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[0029] 

In the formula (A-l), Ar^ to Ar 4 are each hydrogen atom, 
or an aryl, aromatic heterocyclic or arylethenyl group, at 
least one of Ar 1 and Ar 2 , and at least one of Ar 3 and Ar 4 are 
an aryl, aromatic heterocyclic or arylethenyl group; and 
Rs 2 are each an alkyl, aryl, arylethenyl, alkoxy or amino group, 
which may be the same or different; p 1 and p 2 are each an integer 
of 0 to 3, when p x or p 2 is an integer of 2 or more, Rsi's or 
Rs 2 's may be the same or different; R S3 is an alkyl or aryl group; 
p 3 is an integer of 0 to 3, when p 3 is an integer of 2 or more, 
Rs/s may be the same or different; and L x is a single bond or 
arylene group, which may include an alkylene group, -O-, - 
S- or -NR- (R is an alkyl or aryl group). 
[0030] 

In the formula (A-2) , Ar 5 and Ar 6 are each hydrogen atom, 
or an aryl, aromatic heterocyclic or arylethenyl group, at 
least one of Ar 5 and Ar 6 is an aryl, aromatic heterocyclic or 
arylethenyl group; R 54 's are each an alkyl, aryl, arylethenyl, 
alkoxy or amino group, which may be the same or different; p 4 
is an integer of 0 to 3, when p 4 is an integer of 2 or more, 
Rs/ s may be the same or different; R^ is an alkyl or aryl group; 
p 5 is an integer of 0 to 4, when p 5 is an integer of 2 or more, 
R 55 's may be the same or different; and L 2 is a single bond or 
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arylene group, which may include an alkylene group, -0-, - 

S- or -NR- (R is an alkyl or aryl group). 

[0031] 

The aryl groups represented by Ar x to Ar 4 or R^ to R^ 
preferably have 6 to 20 carbon atoms , and may have a substituent, 
e.g. , phenyl or tolyl. More specifically, the substituent may 
be phenyl, o-, m- or p-tolyl, pyrenyl, naphthyl, anthryl, 
biphenyl, phenylanthryl, tolylanthryl, or the like. 
[0032] 

The preferable aromatic heterocyclic groups represented 
by Ar x to Ar 4 include furyl, benzofuryl, thienyl, bithienyl, 

a 

benzothienyl, pyrrolyl, N-allylpyrrolyl, indolyl, pyridyl, 
bipyridyl, quinolyl, quinoxalyl, oxazole, benzoxazole, 
oxadiazole, thiazole, benzothiazole, thiadiazole and 
imidazole. Moreover, they may have a substituent, e.g., an 
aryl group of 42 or less carbon atoms , or alkyl , alkoxy , aryloxy , 
amino, cyano or nitro group of 12 or less carbon atoms. More 
specifically, the substituent may be phenyl, o-, m- or p- 
biphenyl, ( 1 , 2 ) naphthyl , methyl, ethyl, propyl, butyl, 
methoxy, ethoxy, phenoxy, or o-, m- or p-tolyl group. 
[0033] 

The preferable arylethenyl groups represented by Ar x to 
Ar 4 or R 51 or R 52 include 2-phenylethenyl and 2 , 2-diphenylethenyl . 
They may have a substituent, e.g., an aryl, alkyl, alkoxy, 
aryloxy, amino, cyano or nitro group. More specifically, the 
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subs tituent may be phenyl , o- , m- or p-biphenyl , (1,2) naphthyl , 
methyl, ethyl, propyl, butyl, methoxy, ethoxy, phenoxy, oro-, 
m- or p-tolyl group. 
[0034] 

The alkyl groups represented by R 51 to ^ may be of 
straight-chain or branched having 1 to 10 carbon atoms, 
preferably 1 to 4 carbon atoms, and may be substituted or not 
substituted. Still more preferably, they have 1 to 4 carbon 
atoms, and are not substituted. More specifically, they 
include methyl, ethyl, n- and i- propyl, and n-, i-, s- and 
t-butyl group. 
[0035] 

The alkoxy groups represented by R 51 or preferably has 
the alkyl group section of 1 to 6 carbon atoms. More 
specifically, they include methoxy and ethoxy group. The 
alkoxy group may be substituted. 
[0036] 

The amino group represented by R 51 or may be substituted 
or not substituted, the former being more preferable. The 
substituents useful for the present invention include an alkyl 
(e.g., methyl and ethyl) and aryl (e.g., phenyl) group, more 
specifically diethylamino , diphenylamino and di(m- 
tolyl) amino group. 
[0037] 

In the formula (A-l), p x and p 2 are each an integer of 
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0 to 3, particularly preferably 0 to 2. When p x and p 2 are each 
an integer of 1 to 3, particularly 1 or 2 , R 5l and R S2 are each 
preferably methyl or phenyl. 

[0038] 

In the formula (A-l), p 3 is each an integer of 0 to 3, 
particularly preferably 0 to 2. When p 3 is each an integer of 

1 to 3, particularly 1 or 2, R 53 are each preferably methyl or 
phenyl . 

[0039] 

In the formula (A-l), R 51 to R 53 may be the same or different - 
When there are two or more R^'s, they may be the same or 
different, and so may be R 52 's and R S3 's. 
[0040] 

In the formula (A-l ) , L x is a single bond or arylene group. 
The arylene groups represented by L x are preferably not 
substituted, and specifically include not only the common 
arylene groups, e.g., phenylene, biphenylene and anthrylene, 
but also those with two or more arylene groups directly bonded 
to each other. In is preferably a single bond, p-phenylene or 
4,4' -biphenylene . 
[0041] 

The arylene group represented by L x include those with 
two or more arylene groups connected to each other via an 
alkylene group, -0-, -S- or -NR-, wherein R is an alkyl group, 
e.g. , methyl or ethyl, or aryl group, e.g. , phenyl, the latter 
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being more preferable. The aryl groups include, in addition 
to phenyl, A x , A 2 , and phenyl substituted with A x or A 2 . The 
preferable alkylene groups include methylene and ethylene. 
These arylene groups are specifically described belows 
[0042] 

[Formula 9] 

[0043] 

Next, the formula (A-2) is described. In the formula 
(A-2), R 54 is the same as R S1 or R 52 in the formula (A-l), 
as R 53 in the formula (A-l), p 4 as p x or p 2 in the. formula (A-l), 
and L 2 to L x in the formula (A-l). Their preferable examples 
are also similar. 
[0044] 

In the formula (A-2), p 5 is an integer of 0 to 4, 
particularly preferably 0 to 2. When p 5 is an integer of 1 to 
3, particularly 1 or 2, each of R 55 's is preferably methyl or 
phenyl . 
[0045] 

In the formula (A-2), R 54 and R 55 may be the same or 
different, when there are two or more R S4 's, they may be the 
same or different, and so may be R 55 's. 
[0046] 

In the formula (A-l), at least one of Ar x and Ar 2 , and 
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at least one of Ar 3 and Ar 4 are preferably phenyl, biphenyl, 
terphenyl, styryl, phenylstyryl , diphenylstyryl, thienyl, 
methylthienyl, phenyl thienyl or phenylbithienyl. Moreover, 
at least one of Ar x and Ar 2 , and at least one of Ar 3 and Ar 4 are 
preferably phenyl, biphenyl or terphenyl, and L x is preferably 
a single bond. 
[0047] 

In the formula (A-2), at least one of Ar 5 and Ar 6 is 
preferably phenyl, biphenyl, terphenyl, styryl, phenylstyryl, 
diphenylstyryl, thienyl, methylthienyl, phenylthienyl or 
phenylbithienyl- Moreover, at least one of Ar 5 and Ar 6 is 
preferably phenyl, biphenyl or terphenyl, and L 2 is preferably 
a single bond. 
[0048] 

The compounds represented by the formulae ( A-l ) and (A-2 ) 
are specifically described below, but the present invention 
is not limited by these compounds. These compounds are 
represented by a combination of formula and groups , where only 
substituents are described, when summarized by, e.g., R 32 _ 37 , 
and as -H when each of them is hydrogen atom. 
[0049] [Formula 10] to [0078] [Formula 39] 

[0079] 

The methods of producing the phenyl anthracene 
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1.90 -Pi — Ph — Ph -Ph — H -H — H — H — H — M Raa-Ph 843=?* 



1-97 -Ph — H — Ph — H — H — H -H — H — M 



fl«7»P?» 



1-92 -Ph — H — Ph — H — H — H — H -H — H — H Ra2-M» ^Uo 

RaycMe R«e=Wo 

1-93 -Ph — H — Ph _ H — H -H -H -H — H — H Ra?°We R^Mo 

RasnMe =>*7=M© 

1-94 — Ph —Oh — Ph -Ph — H — H -H 1 — H — H Rj^Me R^azrMO 

1-95 -Pi -Ph -Ph -Ph -H — H — H — H — H — K H 33=^3 R^Me 

R,7«A#0 



-Ph -Ph — Ph — Ph -H -j- -h -H — H -H R^Me R 4 j=Ma 

R 3B «Me R 47 «Wo 



[0 0 5 9] [ft 2 0 ; 



CO 0 6 0] 




^^2001-052. 



No. 


Ar, 


Af 2 




Ar 4 


B13 


Rl4 


Wfc 2 1j 


«2- 


*23 


^32-37 


Ro-47 


1-97 


—St 


— H 


—SI 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


1-96 


-St 


— H 


—SI 


— H 


— »h 


— H 


— H 


— Ph 


— H 


— H 


— H 


— M 


1-99 


—SI 


— H 


—St 


— H 


— H 


— Pti 


— H 


— H 


— °h 


— Ph 


— H 


— H 


1-10Q 






o» 


— H 


— H 


— M 


-Ph 


— H 


— H 


— H 


— H 


— H 


"•10* 


—SI 


—St 


— ot 


c 


— H 


— H 


— H 


— H 


— M 


— H 


— H 


— H 


1-102 


— bl 


— 31 


— 91 


— at 


— Kn 


— H 


— H 


— Ph 


— H 


— k 


— H 


— H 


:-iC3 


—SI 


— St 


— S: 


—St 


— H 


— Ph 


— H 


— H 


— Ph 


-H 


— H 


— H 


1-104 


—Si 


-SI 


-St 


-St 


— H 


— H 


— Ph 


— H 


— H 


-Ph 


-H 


— M 


1-105 


-St 


— H 


-S! 


— H 


— H 


-St 


— H 


— H 


-H 


-S; 


-H 


— H 


1-106 


-St 


— SI 


-St 


-SI 


— H 


-St 


— H 


— H 


-St 


— H 


— H 


— H 


1-107 


-PS 


— H 


-PS 


— H 


— H 


-H 


— H 


— H 


— 


— H 


-H 


— H 


1-108 


—PS 


—PS 


—PS 


-=>S 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


—4 


1-109 


—PS 


— H 


—PS 


— H 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— H 


1-110 


—OS 


— H 


— OS 


— 1 


— h 


— M 


— H 


— H 


— H 


— H 


— H 


— H 


1-111 


—OS 


-OS 


— OS 


-OS 


— H 


— H 


-H 


— H 


— H 


-H 


— H 


— H 


•-t:2 


—OS 


-H 


—OS 


— H 


— H 


-Ph 


— H 


— H 


— Ph 


-M 


— H 


— H 



CO 0 6 1] 

crt2 2] 



^32 R33 ^43 P<3 



[0 0 6 2] 
Kt2 3] 




(15) 



*rf!S200l-0528 



Af 2 



A* 


R« 




*1S 


Ro 




R» 




— H 


— H 


— H 


— H 


-H 


— H 




— h — H 


— Ph 


— H 


— H 


—- » 


— H 


—H 


— « 


— H — H 


-■p-Gcn 


_H 
— H 


t4 

— H 


— H 

— H 


*™"H 
— H 


— H 
— H 


— H 
— H 


— H — H 
— H — H 




— H 


— H 


— H 


— H 


— H 


— »H 


— « — H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H — H 


— H 


— f-r 
— H 


— Ph 
— H 


— H 
— H 


— H 
— H 


— Ptl 
— H 


— H 
— M 


— H — H 
— H — H 



1-116 



1-118 



— H 
-Oh 



-CH3 



"TO 




co 0 6 3] poirmuU 2V 

Ut2 4] ' 

R» R33 R«3 

R23 Af 3\_/ v y Aft R13 

R » Ar 2 "IS 

-Pgr ^33 R«7 R*© 



[0 0 6 4] 

crt2 5] 



NO. 




Ar 2 




Ar 4 fl„ 




Ria R» 


R«4 R25 






1-121 


S^CH 3 


— H 


-0. 


— H — H 


— H 


— H — H 


-H — H 


— H 


— H 


1-122 




— P* 




— Ph -H 


-H 










1-123 








— CH3 — H 


— H 


— H — H 


— H — H 


— H 


— H 


1-124 




— p-Bpn 




— p-epn — H 


— H 


—H — W 


— H — H 


— H 


— H 


1-125 




— D-Boti 


-<*•». 










— H 


— H 


1-126 
-127 




— H 

— H 




— H — H 


—H 


— H — H 


— H — M 


— H 


— H 
— H 


-128 










— H 


— H — H 


— H — H 


— H 


— « 



[0 0 6 5] 
Ht2 6] 



(16) 



^§92001-052870 




[0 0 6 6] 



No. 


Ar, 


Ar 2 


Ar 3 




Ar 5 


Ar 6 


Ar 7 


A/ 9 


2-1 


— Ph 


— H 


-Ph 


— H 


— Ph 


— H 


— 3 h 


— H 


2-2 


— Ph 


— Ph 


— Ph 


-Ph 


— Ph 


— Ph 


— Ph 


— Ph 


2-3 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


2-4 


— Ph 


— Ph 


— Ph 


— Ph 


-Ph 


-Ph 


— Ph 


— Ph 


2-5 


— Ph 


— M 


— =h 


— H 


-Ph 


— H 


— Ph 


— H 


2-6 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


2-7 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


2-8 


-Ph 


-CMj 


— Ph 


-CH 3 


-Ph 


-OH 3 


— Ph 


-CH 3 


2-9 


— Ph 


— « 


— Ph 


— H 


-ah 


— H 


— Pn 


— H 


2-10 


— Ph 


— H 


-Ph 


— H 


— Ph 


-H 


— Pn 


— H 


2-11 


— p-8ph 


— H 


-p-Bph 


— H 


— o-8oh 


— H 


— o-apn 


— H 


2-12 


— p-aph 


— p-Bph 


— p-Bph 


— P-Bph 


— o-Bph 


— a-Bon 


—p-aph 


—p-Bph 


2-13 


— p-Sph 


— H 


— p-eph 


— H 


— p-Bph 


— M 


—p-Bph 


— H 


2-14 


-p-Bpn 


— P-Bph 


— p-aph 


—p-Bph 


— p-Bpn 


— p-Bon 


— p-Sch 


—p-Bph 


2-15 


— P-Bph 


— H 


-p-aph 


— H 


-p-Bph 


— H 


-p-Bph 


— H 


2-1 e 


— p-8ph 


— H 


— p-Bph 


— H 


-p-Bph 


— H 


—p-Bph 


— H 


2-17 


— rvBph 


— H 


— m-6ph 


— H 


— m-Bon 


— H 


—fTv-3Bh 


— H 


2-18 


— n-Bpn 


—m-Bon 


— m-Bph 


— *r>-Bph 


— rrvBon 


— m-Bph 


— m-8ph 


— n-Bph 


2-19 


— o-Bpft 


— * 


—o-Bpn 


— H 


— o-Bpn 


— M 


—o-Bph 


— H 


2-23 


— o-Bph 


— o-Bch 


— o-8pn 


— e-Bon 


— o-Bph 


—o-Bph 


— o-Bon 


— o-Boh 



[0 0 6 7] c I -o 



[0 0 6 8] 
C<t 2 9 ] 




U To pif 



r 



P^muU ^ t ^^2001-052870 

Rirfo Ri<r U -ffi€ above fotnuU (continue fo fcmt)- 



No. 


^3 


Rt4 


*1S 


«23 


«2* 


R2a 


"33 


R;M 


«35 


R43 






R"B-57 




2-1 


— H 


— h" 


— H 


— H 


— H 


— H 


— H 


-H 


— H 


— H 


-H 


— H 


— H 


— H 


2-2 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


-H 


— H 


— H 


— H 


— H 


— H 


— H 


2-3 


— H 


— Ph 


— H 


— M 


— Ph 


— H 


— H 


-Ph 


— H 


— H 


— Ph 


— H 


— H 


— H 


2-4 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— H 


2-5 


— H 


— H 


-Ph 


— H 


— H 


— Ph 


— H 


— M 


— 


— H 


— H 


— Ph 


• — H 


— H 


2-6 


— Ph 


— H 


— H 


— Ph 


— H 


— *H 


— Ph 


— W 


— H 


— Ph 


-M 


— H 


— H 


— H 


2-7 


— H 




— H 


— H 




-H 


— H 


-CH 3 


-H 


— H 


-CH 3 


-H 


— H 


— H 


2-6 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


-H 


— H 


— H 


— H 


— H 


— H 


— H 


2-0 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


R 5 ff*P-> 


RgOaPh 


2-10 


— H 


— H 


— H 


— M 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— M 


R S8 »Pn 
Rs^Pn 


RQfijaPh 
Rb7«P* 


2-11 


— H 


— H 


— H 


— H 


— H 


-H 


-H 


-H 


— H 


— H 


— H 


— H 


— H 


— H 


2-12 


— H 


— H 


— H 


— H 


— H 


— H 


— M 


— M 


— M 


— M 


— M 


— H 


-H 


— H 


2-13 


— H 


— =h 


— M 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


-H 


— Ph 


— H 


— H 


— H 


2-14 


— H 


— *h 


— H 


— H 


— Ph 


— M 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


-H 


— H 


2-15 


— H 


— H 


— Ph 


— H 


-H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— Pn 


— H 


— H 


2-1 a 


— Ph 


— H 


— M 


— Ph 


-H 


-H 


— Ph 


— H 


-H 


-Ph 


— H 


— H 


— H 


— H 


2-17 


— M 


— H 


— H 


— H 


-H 


— H 


— H 


-H 


— H 


— H 


— H 


— H 


— H 


— H 


2-18 


— H 


— H 


— H 


— H 


-H 


-H 


— rl 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


2-t9 


— H 


— H 


-H 


— H 


-H 


— H 


— H 


— H 


— H 


-H 


-H 


— H 


— H 


— H 


2-20 


— H 


— H 


— H 


— H 


-H 


-H 


-H 


-H 


— H 


— rl 


-H 


— H 


— H 


— H 



[0 0 6 9] 




[0 0 7 0] 



HL3 1: 



No. 




Ar 2 


Ar 3 


AT* 


A* 


Ar 6 


Ar 7 


Ar 0 


«T3 


«14 




*a 


R*» 


*23 


R» 


R3* 


R35 


R43 R41 


R45 






2-21 


—a 


— H 


—SI 


— « 


—St 


— H 


—SI 


— H 


— H 


— H 


— H 


— H 


— rl 


— H 


— M 


— H 


— H 


— H — H 


— H 


— H 


— H 


2-22 


—Si 


—SI 


-SI 


—St 


—St 


-St 


—St 


—St 


— H 


— H 


— H 


— H 


— K 


— H 


— H 


— H 


— H 


— H — H 


— H 


— H 


— H 


2-23 


—SI 


— H 


-St 


— H 


—St 


— H 


—St 


— H 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H 


— Ph 


— H 


— H — Ph 


— H 


— H 


— H 


2-24 


—St 


—St 


—St 


—St 


—SI 


-St 


—St 


-St 


— H 


— Ph 


— H 


— H 


— Ph 


-H 


— H 


— Ph 


— H 


— M — Ph 


— H 


— H 


— H 


2-25 


—PS 


— H 


-PS 


— H 


—PS 


-H 


-PS 


— H 


-H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H — H 


— H 


— H 


— H 


2-29 


-PS 


-PS 


—PS 


— H 


—PS 


-PS 


—PS 


-PS 


-Ph 


— H 


— H 


— H 


— H 


-H 


— H 


— H 


-H 


— H — H 


— H 


— H 


— H 


2-27 


-OS 


— H 


—OS 


— H 


—OS 


— H 


— OS 


— H 


-H 


— H 


— « 


— H 


— H 


— H 


— H 


— H 


— H 


— H — H 


— rl 


— H 


— H 


2-2B 


-OS 


— OS 


—OS 


—OS 


—OS 


— OS 


—OS 


-OS 


— M 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H 


— H — H 


— « 


— K 


— H 


2-29 


—Si 


-St 


-St 


—SI 


—SI 


-St 


-St 


-SI 


-H 


— H 


— M 


— H 


-H 


-H 


— H 


— H 


-H 


— H — M 


— H 


R M aPh 


fW»Ph 


2-30 


-St 


— H 


-St 


— -4 


-St 


— H 


-St 


— H 


— H 


— H 


— H 


— M 


— H 


— H 


-H 


— H 


— H 


— H — H 


— M 


PggsPh 


R^oPh 



«57^ R?7-PH 



(13) 



1 -052870 



CO 0 7 1] 
[ft 3 2] 



CO 0 7 2] 
[ft 3 3 J 




No. 


Ar, 


Af 2 


Af 3 


Ar 4 


Bis 


*14 


RtS *Z3 P 2 4 


*25 




3-1 


— Pf! 


— H 


— Ph 


1 1 


[ 1 


— W 


— H ~H 


— H 


— H -HH 


3-2 


— Ph 


— H 


— Ph 


— H 


— Ph 


— H 


— H — Ph — H 


— H 


— H — H 


3-3 


— Pfl 


— h> 


— Ph 


— H 


— "H 


_pf-) 


— H — —Pfi 


— H 


— H — H 


3-4 


— Ph 


— M 


--Ph 


— H 


— H 


— H 


— Ph —h — H 


— Ph 


— n 


3-o 


— Ph 


— H 


— Ph 


— H 


—Me 


1 — H 


— H — Ma — h 


1 1 


— HH — H 


3-d 


— Ph 


— H 


■«Ph 


— H 


— H 


—Me 


— H — H —Mo 




— H — M 


3-7 


— Ph 


|l 


■rn 


™ "H 


— H 


— H 


—Mo — H — H 


—Mo 


— H — M 


3-8 


— Ph 


— H 


— Ph 


— H 


— H 


— not* 








3-9 


— Ph 


— W 


— Ph 


— H 


— H 




— H — H' -OMa 


— H 


— H — H 


3-10 


— Ph 


— F 


— Ph 


— H 


— H " 


-©-Me 


— H -Q-Mo -H 


— H 


— H — H 


3-1 


— Ph 


— H 


— Ph 


— H 


— M 


— p-fityi 


— H — H — P-8ph 


— H 


— H — H 


3*12 


—PI? 


— H 


-Ph 


— H 


-H 






— H 


— H — H 


3-13 


— Ph 




— Ph 


— H 


-H 


— o-aon 


-H — H — o-8ph 


— H 


— H — H 


3-14 


— Ph 




— Ph 


— H 


— H 


— NPh 2 


— H — H — NPhj 


— H 


— H — H 


3-15 


— Ph 


— H 


— Ph 


— H 


— H 






— H 


— H — H 


3-16 


— Ph 


— H 


— Ph 


— H 


-H - 




— H — H "©'^-^ 


-H 


— H — H 


3-17 


— Ph 


— 


— Ph 


— H 


— H 




— H — H 


-H 


— H — H 



**24' 

Rj7 R47 flao 



CO 0 7 43 
Kfc 3 5 ] 




Fm-KtuaU ?T U9) WBI2001-052870 

No. At, Ar g A f 3 Af< H fa R 14 p 13 Rq R 24 R 25 H<gw7 

4-1 -Ph -H -Ph — H — H — M -H -H — H -H — H - H 

4-2 -Ph -H -p h - H -p h H -H -Ph -H -H — H _ H 

4-3 -Ph H -Ph -H — H -Ph -H -H -Ph -H - H -H 

4.4 — Ph -H -Ph -H -H -H -Ph -H — H -p h - H _ H 

4.5 — Ph -H — Ph -H -Me H -H -M« _H — « — H - H 

4-6 — Ph -H — Ph -H — H -M» — H -H -Me — « — H -H 

4.7 — Ph — H — Ph — H -H -H -Me — H — H -Me — H — H 

4-8 -Ph -H — Ph -H — H -OPh — H — H -OPh — H — H — H 

4-9 — Ph — H — Ph — H — H -CMe — M — H -OMe — H — I — H 

4-10 -oh — H — Ph -H -H-^-Me — H — H -©-Me — H — H — H 

4-11 -Ph -H -Ph -H -H — p-Boh — H -H — p^ph — H — H — H 

4-12 — Ph — H — Ph -4 — H -m-apn — H — H — ro-Boh — H — H — H 

4-3 — Ph -H -Ph -H — H — o-apft -H -H — o-8cti — H — H — H 

4-14 -Ph H — Ph -H -H -NPh a -H — H -NPh 2 — H — H -H 

4.1S -Ph — H -Ph -H -H -NrToiyJ, -H — H -Nfrofyfe — fl — H -H 

4-18 -Ph -H -Ph -H -H -©"^ -H -H -Q^Q -H -H -H 

4-17 -Ph -H - Ph -H — H "®>© — H — H "^5-© -H — H — H 



[0 0 7 5] fi?rMtx\a H [0 0 7 6] 

Kt3 6] [ft3 7] 



(20) 



4^^2001-052370 



CO 0 7 7] 
Hfc3 8J 



No. 






Ar 3 


**4 




R-5 Rj* 


*K-37 




5-» 


— 


— H 


— Ph 


— H 


— H — H 


— H — H — H — H 


— M 


— « 


S-2 


-Ph 


— H 


— Ph 


— H 


-Ph -H 


—H — Ph — H — H 


— H 


— H 


5-3 


— Ph 


— H 


— Ph 


— H 


— H — Ph 


— H — H — Ph — H 


— H 


— H 


5-4 


— Ph 


— H 


— Ph 


— H 


— H — H 


— Ph — H — H — Ph 


— H 


— H 


5-5 


— Ph 


— H 


— Ph 


— H 


—Me — H 


— H -Me -H — H 


" — H 


— H 


5-6 


— Ph 




— Ph 




— H — M* 


11 « *i AM — n 


— H 


— M 




—Oh 




—Oh 


— H 


— H — H 


NW —PI M —WW 


— W 


— H 


5-6 


Ph 


— H 


— Ph 


n 


PI —Urn 


— H — H — OPh — H 


~H 


— M 


6-9 


~ HII 


— H 


— Ph 


— M 


— H UMfl 


— n n "*Um8 — M 


— H 


— H 


5-tO 


— Ph 


— H 


— Ph 


— rl 


— u — (C^Me 
— H ^^-y 


™ " y> | ij ™*w — rj 


— H 


— H 


S-11 


— Ph 


— H 


— Ph 


-H 


— H — p-Boh 


— H — H — p-Bph — H 


—4 


— H 


5-12 


-Ph 


— « 


-fPh 


— K 


— H — m-8oh 


— H — H — n>8ph — H 


— H 


— H 


5-13 


— Ph 


— M 


— Ph 


— H 


— H — o-Bpfi 


— H — H — o-Bph — H 


— H 


-H 


6-14 


— Ph 


— H 


— <=h 


— H 


— H — NPhj 


— H — M — NPh 2 — M 


— H 


— H 


5-15 


— Ph 


— H 


-Ph 


— H 


-H -NCTotya 


-H -H -NfTolyh -H 


— H 


— H 


5-18 
S-17 


— Ph 
— Ph 


— H 
— H 


— Ph 
— Ph 


— H 
— H 


-H -©-^© 


, -H -H "H 
— H -H "*®^© " H 


— H 
— H 


— H 

— H 




U 


if 






[0 0 7 3] 

Cfl:3 9: 







R*2 rUa 




porm^U ?°\ (2i; 



#532001-052870 



No. 


Ar, 


Ar 2 


Ar 3 


Af 4 


^13 ^14 


Ra R24 


R23 


P*32»J7 




6-1 


— ?h 


— H 


— Ph 


— H 


— H 1 — H 


— H — H 


—4 


— H 


-H 
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derivatives useful for the present invention are described 
elsewhere, e.g., Japanese Patent Laid-open No. 12600/1996. 
[0080] 

These compounds may be used either individually or in 
combination. 
[0081] 

The blue-emitting layer with a phenyl anthracene 
derivative as the blue-emitting compound is preferably 1 to 
500nm thick, more preferably 10 to 200nm thick. 
[0082] 

The light-emitting layer may be doped with a dopant in 
such a way to keep the blue-emitting characteristics. The 
dopants useful for the present invention include styryl-based 
amine compounds or the like, disclosed by WO98/083 60 and 
Japanese Patent Laid-open No. 239655/1996. These compounds 
are described in detail later. The dopant is preferably 
contained in the light-emitting layer at 0.1 to 20% by weight. 
Use of the dopant improves light-emitting efficiency and 
element stability. 
[0083] 

The blue-emitting layer may contain, as the host 
compound(s), a hole injecting/transferring compound and/or 
electron injecting/transferring compound in the hole 
transferring layer and electron transferring layer adjacent 
to the light-emitting layer, respectively. More specifically, 
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a phenyl anthracene derivative for the electron transferring 
layer may be used as the host compound. This compound , having 
the blue-emitting characteristics, can by itself emit blue 
color. However, when . the host compound lacks such 
characteristics, it may be doped with a dopant to change its 
light-emitting characteristics in such a way that it can emit 
blue colore The styryl-based amine compound described above 
is one example of such a dopant o 
[0084] 

It is preferable to set the thickness ratio of the 
light-emitting layer to the electron or hole transferring layer 
containing the compound which serves as the host material at 
1/100 to 100/1. 
[0085] 

The blue-emitting layer may be a mixed layer of hole 
injecting/transferring and electron injecting/transferring 
compounds, and such an embodiment is preferable. In 
particular, one of the hole injecting/transferring and 
electron injecting/transferring compounds is preferably the 
same as the one for the hole or electron transferring layer 
adjacent to the light-emitting layer. It is more preferable 
that the hole and electron transferring layers are provided 
adjacent to the light-emitting layer, and the hole 
injecting/transferring and electron injecting/transferring 
compounds for these layers are used for the mixed layer. 
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[0086] 

More specifically, it is preferable to use the phenyl 
anthracene derivative in the electron transferring layer as 
the electron injecting/transferring compound, and the 
aromatic tertiary amine in the hole transferring layer as the 
hole injecting/transferring compound. The compound 
represented by the formula (A) is the preferable phenyl 
anthracene derivative, and the tetraaryl benzidine 
represented by the formula (1) is the preferable aromatic 
tertiary amine. 
[0087] 

[Formula 40] 

(1) 

[0088] 

The formula (1) is described. R x to R 4 are each an aryl, 
alkyl, alkoxy, aryloxy or halogen group, and may be the same 
or different; r x to r 4 are each an integer of 0 to 5, when r 1 
to r 4 are each an integer of 2 or more, adjacent R/s may be 
bonded to each other to form a ring, and so may be R 2 's, R 3 's 
and R 4 's; R 5 and R 6 are each an alkyl, alkoxy, amino or halogen 
group, and may be the same or different; and r s and r 6 are each 
an integer of 0 to 4. 
[0089] 

The aryl groups represented by R x to R 4 may be single- 
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or poly-nuclear, including condensed and combined rings, 
preferably having a total carbon number of 6 to 20. They may 
be substituted, and the preferable substituents include alkyl, 
alkoxy, aryl, aryloxy and amino groups, and halogen atom. More 
specifically, they include phenyl, o-, m- or p-tolyl, pyrenyl, 
perylenyl, coronenyl, naphthyl, anthryl, biphenyl, 
phenylanthryl and tolylanthryl groups, of which phenyl group 
is particularly preferable. It is also preferable that the 
aryl group, in particular phenyl group, is bonded to the 3 -site 
(meta-site with respect to the site at which N is bonded) or 
4-site (para-site with respect to the site at which N is 
bonded) . 
[0090] 

The alkyl groups represented by R x to R 4 may be of 
straight-chain or branched, preferably having 1 to 10 carbon 
atoms. They may be substituted with a substituent similar to 
an aryl group, e.g., methyl, ethyl, n- or i- propyl, or n-, 
i-, s- or t-butyl group. 
[0091] 

The alkoxy groups represented by R x to R 4 preferably have 
1 to 6 carbon atoms in the alkyl portion. More specifically, 
they include methoxy, ethoxy and t-butoxy. The alkoxy group 
may be substituted. 
[0092] 

The aryloxy groups represented by R x to R 4 include phenoxy , 
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4-methylphenoxy and 4-(t-butyl)phenoxy . 
[0093] 

The halogen groups represented by R x to R 4 include 
chlorine and bromine atom. 
[0094] 

The preferred embodiments of the compounds represented 
by the formula (1) are those with at least one of r x to r 4 being 
an integer of 2 or more, where R x 's are bonded to each other 
to form a ring (e.g., benzene ring), and so are R 2 's, R 3 's and 
R 4 's. 
[0095] 

Other preferred embodiments are those with at least one 
of R x to R 4 being an aryl group. In other words, r x to r 4 are 
not simultaneously zero, or r x + r 2 +r 3 +r 4 is an integer of 1 or 
more, which satisfies that at least one aryl group is present. 
[0096] 

When at least one of R x to R 4 is an aryl group, it is 
particularly preferable that 2 to 4 aryl groups are present 
as R x to R 4 in the molecule, and 2 to 4 of r x to r 4 are an integer 
of 1 or more. In particular, preferably a total of 2 to 4 aryl 
groups are present in the molecule, more preferably 2 to 4 of 
r x to r 4 are preferably an integer of 1 , and still more preferably 
all of R : to R 4 are an integer of 1 and an aryl group. In other 
words, the four benzene rings in the molecule which may be 
substituted with R x to R 4 preferably have a total of 2 to 4 aryl 
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groups, where the 2 to 4 aryl groups may be bonded to the same 
benzene ring or different benzene rings, more preferably the 
2 to 4 aryl groups are bonded to the benzene rings which are 
different from each other. Still more preferably , at least 
2 aryl groups are bonded to the para-or meta-site with respect 
to the site at which N is bonded , where at least one of the 
aryl groups is preferably phenyl, i.e. , the aryl group is bonded 
to the benzene ring at the 4- or 3-site with respect to N atom, 
to form the biphenyl group. In particular, 2 to 4 of the aryl 
groups preferably form 4- or 3-biphenyl groups. The 4- and 
3-biphenyl groups may be present either individually or in 
combination. The specific preferable aryl groups other than 
phenyl include (l-,2-)naphthyl, (l-,2-,9-)anthryl, pyrenyl, 
perylenyl and coronenyl. They are preferably bonded to the 
para- or meta-site with respect to N atom, as is the case with 
phenyl group . Each of these may be present together with phenyl 
group . 
[0097] 

In the formula ( 1 ) , the alkyl and alkoxy group and halogen 
atom represented by R 5 or R 6 may be the same as those represented 
by R x to R 4 . 
[0098] 

The amino groups represented by R 5 or R 6 may be substituted 
or not substituted, the former being more preferable. More 
specifically, the preferable ones include dimethylamino, 



31 



diethylamino, diphenylamino, ditolylamino, dibiphenylamino, 
N-phenyl-N-tolylamino , N-phenyl-N-naphthy lamino , N-phenyl- 
N-biphenylamino , N-phenyl-N-anthrylamino , N-phenyl-N- 
pyrenylamino, dinaphthylamino, dianthrylamino and 
dipyrenylamino group. 
[0099] 

It is preferable that each of r 5 and r 6 is zero, and the 
biphenylene group with 2 arylamino groups bonded to each other 
is preferably not substituted. 
[0100] 

When r x to r 4 are each an integer of 2 or more, Ri's may 
be the same or different, and so may be R 2 's to R 4 's. Similarly, 
when r 5 and r 6 are each an integer of 2 or more, Rg's may be 
the same or different, and so may be R 6 's. 
[0101] 

Of these compounds, those represented by the following 
formula (1-1) are more preferable. 
[0102] 

[Formula 41] 

(1-1) 

[0103] 

The formula (1-1) is described. A u to A 14 are each phenyl 
group or hydrogen atom bonded to the para-site (4-site) or 
meta-site (3-site) with respect to the site at which N is bonded. 
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They may be the same or different. However, 2 or more of A n 
to A 14 are phenyl • Each phenyl group may be substituted, where 
the substituent may be the same as that for the aryl group 
represented by R x to R 4 . 
[0104] 

R 7 to R 10 are each an alkyl, alkoxy, aryl, aryloxy or 
halogen group, and may be the same or different • More 
specifically, they may be the same as those represented by R x 
to R 4 in the formula (1). 
[0105] 

r 7 to r 10 are each an integer of 0 to 4, preferably 0. 

[0106] 

When r 7 to r 10 are each an integer of 2 or more, R 7 's may 
be the same or different, and so may be R 8 's to R 10 's. 
[0107] 

Rs and R 6 in the formula (1-1) are the same as those in 
the formula (1), and so are r s and r 6 , preferably r 5 = r 6 =0. 
[0108] 

The compounds represented by the formula (1) are 
specifically described below, but the present invention is not 
limited by these compounds* These compounds are represented 
in the same manner as in the formulae (I) and (II), where R x 
to R 4 or the like are described by substituents , or H when all 
of them are H. These include N,N'-di( l-naphthyl)-N,N'- 
diphenylbenzidine, which was used in EXAMPLE. 
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[0109] [Formula 42] to [0114] [Formula 47] 



[0115] 

The tetraarylbenzidine derivatives represented by the 
formula (1) may be used either individually or in combination. 
[0116] 

The mixing ratio (by volume) of the electron 
injecting/ transferring compound to hole 

injecting/transferring compound in the mixed layer is 
preferably 10/90 to 90/10 , more preferably 20/80 to 80/20, 
[0117] 

When the phenyl anthracene derivative described earlier 
is used as the electron transferring compound in the mixed layer, 
it itself may serve as the blue-emitting compound. When the 
blue-emitting layer is composed of the phenyl anthracene 
derivative as the blue-emitting compound and 
tetraarylbenzidine derivative , the phenyl anthracene 
derivative/ tetraarylbenzidine derivative ratio (by volume) 
is preferably 95/5 to 30/70, more preferably 90/10 to 40/60. 
[0118] 

The above mixed layer may be doped with a dopant. Use 
of the dopant is preferable for improving light-emitting 
efficiency and element stability. The dopant is contained in 
the mixed layer at 0.1 to 2 0% by weight. 
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[0119] 



The styryl-based amine compound is a preferable example 
of the dopant. In particular , the compound represented by the 
formula (S) is preferable. 



The formula (S) is described. R 61 in the formula (S) is 
hydrogen or an aryl group. The aryl groups represented by R 61 
may be substituted, preferably having a total of 6 to 30 carbon 
atoms. Phenyl group is one example. 



R 62 and R 63 are each hydrogen, or an aryl or alkenyl group, 
and may be the same or different. 



The aryl groups represented by R 62 or R 63 may be substituted, 
particularly preferably having a total of 6 to 70 carbon atoms. 
More specifically, they include phenyl, naphthyl and anthryl, 
and the preferable substituents include arylamino (e.g., 
diphenylamino) and arylaminoary 1 . These substituents are 
also preferably substituted with, e.g., styryl group (styryl, 
or phenyl, diphenylamino, naphthyl ( phenyl ) amino or 
diphenylaminophenyl) . In this case, it is also preferable 
that the group has a structure with monovalent groups derived 
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from the compounds represented by the formula (S) being bonded 

to each other directly or via a coupling group. 

[0124] 

The alkenyl groups represented by R 62 or R 63 may be 
substituted, preferably having a total of 2 to 50 carbon atoms. 
Vinyl group is one example. It preferably forms styryl group 
with vinyl group, and styryl group may be substituted with an 
arylaminoaryl group (e.g., diphenylaminophenyl group) or 
arylamino group (e.g., diphenylamino group). In this case, 
it is also preferable that the group has a structure with 
monovalent groups derived from the compounds represented by 
the formula (S) being bonded to each other directly or via a 
coupling group. 
[0125] 

R 64 and R 65 represent an arylamino or arylaminoaryl group, 
which may include stryl group ( styryl group or further phenyl 
group as a substituent ) . in this case, it is also preferable 
that the group has a structure with monovalent groups derived 
from the compounds represented by the formula (S) being bonded 
to each other directly or via a coupling group, as is the case 
with the alkenyl groups described above. 
[0126] 

v x and v 2 are each an integer of 0 to 5. When v 1 is an 
integer of 2 or more, R 64 's may be bonded to each other to form 
a condensed ring, e.g., condensed benzene ring, and so may be 
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R 65 ' S . 
[0127] 

R 66 and R 67 represent an alkyl or aryl group. The alkyl 
groups represented by R 66 or R 67 may be substituted, of 
straight-chain or branched, and preferably having a total of 
1 to 6 carbon atoms. More specifically, they include methyl 
and ethyl. The aryl groups represented by R 66 or R 67 may be 
substituted, single- or poly-nuclear, and preferably having 
a total of 6 to 20 carbon atoms. More specifically, they 
include phenyl. 
[0128] 

v 3 and v 4 are each an integer of 0 to 4. 

[0129] 

v s is 0 or 1. Of the compounds represented by the formula 
(S), the more preferable ones have a structure in which v5 is 
zero, and diphenyl amino group to which R 64 and R 65 may be bonded 
is at the para-site with vinyl group to which R 61 , R^ and R 63 
are bonded in the phenylene group. 
[0130] 

The compounds represented by the following formula (S-l ) 
or (S-2) are particularly preferable. 
[0131] 

[Formula 49] 

(S-l) 
(S-2) 
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[0132] 

R 61 / *62 / R 64 f R 65 / v i/ and v 2 in the formula (S-l) are the 
same as the corresponding ones in the formula (S); n x is 0 or 
1; and L 61 is a bond or an arylene group • The preferable arylene 
groups include phenylene, biphenylene, naphthylene and 
anthraylene group, and a combination thereof is also preferable. 
They may be substituted. 
[0133] 

R 61 to R 63 , R 65 and v 2 in the formula (S-2) are the same 
as the corresponding ones in the formula (S); n 2 is 0 or 1; 
and L 62 is the same as L 61 in the formula (S-l). 
[0134] 

The specific examples of the styryl-based amine 
compounds represented by the formula (S) are described below. 
[0135] 

[Formula 50] 

[0136] 

[Formula 51] 

[0137] 

These compounds may be used either individually or in 
combination. 
[0138] 
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It is preferable to select the electron 
injecting/transferring and hole in jecting/ transferring 
compounds for the mixed layer in such a way that they have almost 
the same product of charge mobility and charge density. More 
preferably, they satisfy the above conditions and have almost 
the same charge mobility . Charge mobility is preferably in 
a range of lxlO" 1 to lxlO" s cm 2 /V-s , determined by the time of 
flight method. Selection of these compounds which have charge 
mobility levels close to each other brings about the advantages 
of (i) improved recombination probability of the carrier , which 
improves light-emitting efficiency, and (ii) reduced leakage 
of the carrier through the light-emitting layer, which reduces 
damages of the carrier transferring layer and extends 
light-emitting life of the element. Mixing the hole 
injecting/transferring and electron injecting/transferring 
compounds with each other brings the advantages, e.g. , reduced 
charge mobility of the hole and electron, which improves the 
recombination probability o 
[0139] 

The electron injecting/transferring and hole 
injecting/transferring compounds may be mixed with each other 
for the mixed layer in such a way that each has a constant 
concentration in the layer, or to have a concentration 
distribution in the film thickness direction, the hole 
injecting/transferring compound concentration being higher on 
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the hole transferring layer side and gradually decreasing 
towards the electron transferring layer, and so is vice versa 
the electron injecting/transferring compound concentration 
being higher on the electron transferring layer side and 
gradually decreasing towards the hole transferring layer □ It 
is preferable that around 95 to 50% by weight of the electron 
injecting/transferring compound is concentrated in the half 
of the mixed layer of inclined concentration on the electron 
transferring layer side, and so is vice versa for the hole 
injecting/transferring compound . 
[0140] 

The blue-emitting layer composed of the above mixed layer 
has the electrons and holes distributed throughout the 
light-emitting layer, and emits light not only from the 
vicinity of the interface between the layers but also from the 
mixed layer as a whole, because the recombination and 
light-emitting points are present throughout the mixed layer. 
This can be easily confirmed by fitting the spectral patterns 
of the observed emitted light with the spectral patterns 
obtained by simulating the optical interference between the 
reflected and direct light at the optical interface after 
supposing the light-emitting region. The layer which can emit 
light from its whole body brings advantages, e.g., stably 
emitting light of different wavelengths from the laminate, and 
extended service life of the light-emitting element. 



40 



[0141] 

The maximum wavelength of light emitted from the 
blue-emitting layer for the present invention is 400 to 500nm. 
[0142] 

The above-described mixed layer has a thickness of 1 to 
500nm, preferably 20 to 200nm. 
[0143] 

<0ther Emitted Light Colors> 

The organic EL element of the present invention 
preferably includes , in addition to the blue-emitting layer , 
at least one layer emitting light of wavelength different from 
that of blue, to cope with the requirements of emitting 
multi-colors. Such a layer may emit red color (maximum 
wavelength of emitted light: 600 to 700nm) or green color 
(maximum wavelength of emitted light: 500 to 560nm) . 
[0144] 

These light-emitting layers are preferably composed of 
the mixed layer which contains the same host compound as the 
blue-emitting layer and is doped with a dopant to emit light 
other than blue, because this extends the recombination region 
and provides the favorable conditions for generating excitons. 
[0145] 

One of the preferred embodiments of the mixed layer 
contains a mixture of the above-described phenyl anthracene 
derivative and tetraarylbenzidine doped with a naphthacene 
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derivative. For example , when rebrene is used as the 
naphthacene derivative, the mixed layer can emit red color 
(maximum wavelength of emitted light: 540 to 600nm) . Addition 
of the naphthacene derivative is preferable for extending 
service life of the element. A pentacene derivative also 
brings the similar advantage. These compounds are described 
in, e.g., Japanese Patent Laid-open No. 311442/1996, 
WO98/08360 and Japanese Patent Application No. 137505/1998. 
[0146] 

The preferable naphthacene compounds are those 
represented by the formula (N): 
[0147] 

[Formula 52] 

(N) 

[0148] 

wherein, R a/ R b/ R c and Ra are each an alkyl, aryl, amino, 
heterocyclic or alkenyl group, which may be substituted or not 
substituted, of which an aryl, amino, heterocyclic and alkenyl 
are more preferable. 
[0149] 

The aryl groups represented by R a , R b , R^. or Ra may be 
single- or poly-nuclear , including condensed and combined 
rings, preferably having a total carbon number of 6 to 30 . They 
may be substituted. 
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[0150] 

More specifically, the preferable aryl groups 
represented by R a/ R b , R c or include phenyl, o-, m- or p-tolyl, 
pyrenyl, perylenyl, coronenyl, ( 1-, 2- ) naphthyl, anthryl, o-, 
m- or p-biphenyl, terphenyl and phenylanthryl. 
[0151] 

The amino groups represented by R a , R b , R c or include 
alkyl amino, aryl amino and aralkyl amino. They preferably 
have an aliphatic ring having a total of 1 to 6 carbon atoms 
and/or aromatic ring having a total of 1 to 4 carbon atoms. 
More specifically, they include dimethylamino, diethylamino, 
dibutylamino, diphenylamino , ditolylamino, bisdiphenyl amino 
and bisnaphthylamino. 
[0152] 

The heterocyclic groups represented by R a , R b , R^, or R d 
include 5- and 6-membered aromatic heterocyclic groups with 
0, N or S as the heteroatom, and condensed polynuclear 
heterocyclic groups of 2 to 20 carbon atoms . More specifically, 
the aromatic heterocyclic and condensed polynuclear 
heterocyclic groups include thienyl, furyl, pyrrolyl, pyridyl, 
quinolyl , quinoxalyl . 
[0153] 

The preferable alkenyl groups represented by R a , R b , 
or R d include (1- and 2- )phenylalkenyl , (1,2- and 
2,2-) diphenylalkenyl and (1,2,2-) tripheny lalkenyl , which 



43 



have at least one phenyl group as the substituent. 

However, they may not be substituted. 

[0154] 

When each of R a , R b , -i^ and R d has a substituent ( s ) , at 
least 2 of them are preferably aryl, amino, heterocyclic, 
alkenyl or aryloxy. The aryl, amino, heterocyclic and alkenyl 

groups are similar to those for R a , R b , R e and R^ 
[0155] 

The aryloxy group for these substituents preferably has 
an aryl group of 6 to 18 carbon atoms. These include (o-, m- 

and p-)phenoxy. 

* 

[0156] 

Two or more of these substituents may form a condensed 
ring . Moreover, these substituents may be further substituted, 
where the preferable substituents are similar to those 
described above. 
[0157] 

When each of R a , R b , R c and R d has a substituent (s ) , at 
least 2 of them are preferably substituted at a position not 
limited. In other words, they may be substituted at meta, para 
or ortho site. R a and R d are preferably the same, although may 
not be the same, and so are R b and R,,. 
[0158] 

R Q R f R g and R h are each hydrogen atom, or alkyl, aryl, 
amino or alkenyl which may be substituted. 
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[0158] 

The alkyl groups represented by R a R f R g or R h preferably 
have 1 to 6 carbon atoms, and may be of straight-chain or 
branched. The preferable alkyl groups include methyl f ethyl, 
(n- or i-) propyl, (n-, i-, sec- or tert-) butyl and (n-, i-, 
neo- or tert-)pentyl. 
[0160] 

The aryl, amino and alkenyl groups represented by R Q Rf 
R g or R h are similar to those for R a , R b , R c and R^. R Q and R f 
are preferably the same, although may not be the same, and so 
are R g and R h . 
[0161] 

The specific examples of the naphthacene derivatives are 
described below. These examples are described by the 
combinations shown in the formula (N) . 
[0162] [Formula 53] to [0165] [Formula 56] 
[0166] 

These compounds may be used either individually or in 
combination. 
[0167] 

The naphthacene derivative is contained in the mixed 
layer preferably at 0.1 to 20% by weight. 
[0168] 

The phenyl anthracene derivative/tetraarylbenz idine 
ratio in the mixed layer is preferably 90/10 to 10/90 by volume. 
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The mixed layer is preferably 1 to 500nm thick, more preferably 

10 to 200nm. 

[0169] 

The present invention may be structured to have 2 or 3 
light-emitting layers, including the blue-emitting layer, to 
emit white-colored light. 
[0170] 

<Hole transferring and/or injecting layers> 

The present invention is preferably provided with the 
hole transferring and/or injecting layers, as partly described 
earlier. The hole transferring and/or injecting layers 
(sometimes referred to as the hole injecting/transferring 
layer) is preferably provided, even in the case of an embodiment 
in which the hole transferring/ injecting compound is not 
serving as the host material of the light-emitting layer in 
the element provided with the hole transferring layer. The 
hole injecting/transferring compound is preferably an 
aromatic tertiary amine. The preferable amines include the 
tetraarylbenzidine derivative represented by the formula (1) 
and triphenylamine derivative represented by the formula (2) . 
The formula (1) is described earlier. The formula (2) is 
described below. 
[0171] 

[Formula 57] 

(2) 
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[0172] 

wherein, two <|> are phenylene groups, and the biphenylene groups 
represented by (j>-<j> include 4,4' -biphenylene, 3,3' -biphenylene, 
3,4' -biphenylene , 2,2' -biphenylene , 2,3' -biphenylene and 
2,4 '-biphenylene, of which 4 ,4 ' -biphenylene is more 
preferable. 
[0173] 

Roif R 02 ' r o3 and R 04 are each an alkyl,aryl or 
diarylaminoaryl group, 
[0174] 

[Formula 58] 

(a-1), (a-2) or (a-3) 
wherein, R 011 , R 012 , R 013 , R 014 , R 015 , r 016 and R 017 are each an aryl 
group; 
[0175] 

and may be the same or different. However, at least one of 
R 01 to R 04 is diarylaminoaryl group, or one of (a-1) to (a-3). 
The aryl group represented by R 011 , R 012 , R 013 , R 014/ r 015 , r^ or 
R 017 may be substituted or not substituted. 
[0176] 

The alkyl groups represented by R 01 , R 02 , R 03 or R^ are 
may be substituted, and of straight-chain or branched, 
preferably having 1 to 20 carbon atoms. More specifically, 
they include methyl and ethyl. 
[0177] 
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The aryl groups represented by R 0l , R 02 , R 03 , R 04 , R 011 , r 012 , 
Ron/ R014/ Roisf R 0 i6 or R 017 may be single- or poly-nuclear, 
preferably having a total carbon number of 6 to 20. More 
specifically, they include phenyl, naphthyl, anthryl, 
phenylanthryl, pyrenyl, perylenyl, and o-, m- or p-biphenyl. 
These aryl groups may be substituted, and the substituents 
include alkyl, aryl and alkoxy which are substituted or not 
substituted, aryloxy and -N(R 021 )R 022 of 1 to 6 carbon atoms, 
wherein R 021 and R 022 are each an aryl group which is substituted 
or not substituted. 
[0178] 

The aryl groups represented by R 021 or R 022 may be single- 
or poly-nuclear, preferably having a total carbon number of 
6 to 20. More specifically, they include phenyl, naphthyl, 
anthryl, phenylanthryl, pyrenyl, perylenyl, and o-, m- or 
p-biphenyl, of which phenyl is more preferable. These aryl 
groups may be substituted, and the substituents include alkyl 
and aryl which is substituted or not substituted of 1 to 6 carbon 
atoms. The preferable alkyl group is methyl, and preferable 
aryl group is phenyl. 
[0179] 

The diarylaminoaryl groups represented by R 01 , R 02 , R 03 or 
R 04 include diarylaminophenyl , and the diarylamino group in the 
diarylaminoaryl group is preferably bonded at the meta-site 
(3-site) or para-site (4-site) with respect to the structure 
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represented by the formula (2). The phenyl group may be 
substituted, but preferably only with diarylamino group. 
[0180] 

The aryl group in the diarylamino group may be single- 
or poly-nuclear, preferably having a total carbon number of 
6 to 20. More specifically, they include phenyl, naphthyl, 
anthryl, phenylanthryl, pyrenyl, perylenyl, and o-, m- or 
p-biphenyl, of which phenyl is more preferable. These aryl 
groups may be substituted, and the substituents include alkyl 
and aryl which is substituted or not substituted of 1 to 6 carbon 
atoms. The preferable alkyl group is methyl, and preferable 
aryl group is phenyl. The preferable substituents for the aryl 
group include those described above except the diarylaminoaryl 
groups represented by R 01 to R 04 in the formula (2) . When there 
are 2 or more substituents, they may be the same or different. 
The substituent is preferably bonded to the meta- or para- 
site with respect to the site at which N is bonded. 
[0181] 

In the formula (2) , r 01 , r 02 , r 03 and r 04 are each an integer 
of 0 to 5, preferably 0 to 2, more preferably 0 or 1. Moreover, 
r oi+r 02 +r 03 +r 04 is 1 or more, preferably 1 to 4, more preferably 
2 to 4 . R 01/ R 02 , R 03 or R 04 is bonded to the meta- or para-site 
with respect to the site at which N is bonded. R 01 , R 02 , R 03 and 
R 04 may be bonded totally to the meta- or para-site, or some 
may be bonded to the meta-site and others to the para-site. 
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When r 01 , r 02 , r 03 or r 04 is each an integer of 2 or more, R 01 's 
may be the same or different and the adjacent ones may be bonded 
to each other to form a ring, and so may be R 02 's, R 03 's and R 04 / s. 
The ring may be aromatic, e.g., benzene ring, or aliphatic, 
e.g., cyclohexane ring. 
[0182] 

Described below are some of the preferable compounds 
represented by the formula (2), although not limited thereto. 
[0183] 

[Formula 59] 

[0184] 

[Formula 60] 

[0185] 

They may be used either individually or in combination. 

[0186] 

When the hole transferring and injecting layers are 
provided in this order from the light-emitting layer, it is 
preferable to use the compound represented by the formula (1) 
for the former, and the one represented by the formula (2) for 
the latter. This combination of the compounds improves the 
function of blocking the electrons. In any case, it is 
preferable that the hole transferring layer has the benzidine 
structure and an aromatic tertiary amine lacking the 
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phenylenediamine structure, and the hole injecting layer has 
an aromatic tertiary amine with the phenylenediamine 
structure. 
[0187] 

The hole injecting layer is 1 to lOOOnm thick, preferably 
1 to lOOnm thick, and the hole transferring layer is 1 to 200nm 
thick, preferably 5 to lOOnm thick. When only one layer having 
the hole injecting and transferring functions is provided, it 
is 1 to lOOOnm thick, preferably 10 to 500nm thick. 
[0188] 

<Electron transferring and/or injecting layers> 

The present invention is preferably provided with the 
electron transferring and/or injecting layers, as partly 
described earlier. The electron transferring and/or 
injecting layers (sometimes referred to as the electron 
injecting/transferring layer) is preferably provided, even in 
the case of an embodiment in which the electron 
transferring/injecting compound is not serving as the host 
material of the light-emitting layer in the element provided 
with the electron transferring layer. The examples of the 
electron injecting/transferring compounds include, in 
addition to the phenylanthracene derivatives described 
earlier, organometallic complexes with 8-quinolinol or its 
derivative (e.g., tris(8-quinolinolate) aluminum (A1Q3)) as 
the ligand, e.g., the quinoline, oxadiazole, perylene, 
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pyridine, pyrimidine, quinoxaline, diphenylquinone and 

nitro-substituted fluorine derivatives. 

[0189] 

It is particularly preferable to use the 
diphenylanthracene derivative represented by the formula (A) 
and an aluminum complex with 8-quinolinol or its derivative 
(e.g., tris(8-quinolinolate) aluminum (A1Q3)) as the ligand, 
the former for the electron transferring layer on the 
light-emitting layer side and the latter for the electron 
injecting layer on the cathode side. The aluminum complexes 
with 8-quinolinol or its derivative as the ligand are described 
in WO98/08360. 
[0190] 

The electron injecting layer is 1 to lOOOnm thick, 
preferably 1 to lOOnm thick, and the electron transferring 
layer is 1 to 500nm thick, preferably 1 to lOOnm thick. When 
only one layer having the electron injecting and transferring 
functions is provided, it is 1 to lOOOnm thick, preferably 1 
to lOOnm thick. 
[0191] 
<Cathode> 

The preferable cathode materials for the present 
invention include halides and oxides of alkali metals, e.g., 
Li, Na, K, Rb and Cs). More specifically, they include the 
halides, e.g., lithium fluoride (LiF), lithium chloride (LiCl), 
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lithium bromide (LiBr) , lithium iodide (Lil) , sodium fluoride 
(NaF), sodium chloride (NaCl), sodium bromide (NaBr), sodium 
iodide (Nal), rubidium fluoride (RbF), rubidium chloride 
(RbCl), rubidium bromide (RbBr), rubidium iodide (Rbl), cesium 
fluoride (CsF), cesium chloride (CsCl), cesium bromide (CsBr), 
cesium iodide (Csl); and oxides, e.g., lithium oxide (Li 2 0) 
and sodium oxide (Na 2 0) , of which halides of Rb and Cs are more 
preferable, and in particular chlorides and iodides are still 
more preferable. 
[0192] 

The halide or oxide of an alkali metal as the undercoat 
may be coated with a material of low work function (e.g., Li, 
Na, K, Mg, Al, Ag, In, or an alloy containing one or more of 
these metals) , to form the laminate. The cathode is preferably 
composed of fine grains, and more preferably of amorphous 
grains. The cathode preferably has a total thickness of 10 
to lOOOnm. The undercoat layer, when provided, is around 0.1 
to lnm thick. 
[0193] 

Use of a halide or oxide of an alkali metal as the material 
for the cathode is particularly useful for the element having 
a blue-emitting layer, because it can help the element stably 
emit blue color. The host of a blue-emitting system has a 
larger energy gap than that of a green-emitting device, and 
hence needs electron and hole injecting capacities of higher 
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efficiency. The conventional cathode of MgAg is insufficient 
in electron injecting efficiency , and an alkali metal is a 
desirable substitute to improve the efficiency, because of its 
lower work function. It keeps its work function unchanged even 
when transformed into the halide or oxide , and can be returned 
back to the metallic state by reduction or the like when placed 
in an electric field. Therefore, it is an optimum electron 
injecting material which can be easily handled. It also works 
to improve adhesion between the organic film and electrode. 
[0194] 

Use of a halide or oxide of an alkali metal for the cathode 
is essential particularly for the embodiment in which the 
blue-emitting layer contains no electron or hole 
injecting/ transferring compound as the host material, which 
is contained in the electron or hole transfer layer as the 
adjacent layer. 
[0195] 

The organic layer at the interface with the cathode may 
be doped with a metal, e.g., Li. 
[0196] 

Coating the electrode with Al- or F-based compound by 
evaporation or sputtering in the final stage of the production 
process improves its sealing effect. 
[0197] 

In an embodiment in which tris ( 8-quinolinolate) aluminum 
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(A1Q3) or the like is used for the electron injecting and/or 
transferring layers and cathode is formed by sputtering , a 0.1 
to 20nm thick layer of a naphthacene derivative (described 
earlier) , e.g., rubrene, may be formed between the electron 
injecting or transferring layer and cathode, to prevent damages 
of the electron injecting or transferring layer by sputtering. 
[0198] 
<Anode> 

For an organic EL element to emit light from the whole 
surface, at least one of its electrodes must be transparent 
or semi-transparent. This limits the materials for the 
cathode. It is therefore preferable to determine the anode 
material and thickness in such a way to keep transmittance of 
emitted light preferably at 80% or more. More specifically, 
the anode is preferably of ITO (tin-doped indium oxide), IZO 
(zinc-doped indium oxide), Sn0 2 , Ni, Au, Pt, Pd or dopant- 
containing polypyrrole, of which ITO or IZO is particularly 
preferable. ITO generally contains ln 2 0 3 and SnO in the 
stoichiometric ratio, but the oxygen content may be slightly 
deviated from the stoichiometric level. IZO generally 
contains ln 2 0 3 and ZnO in the stoichiometric ratio, but the 
oxygen content may be slightly deviated from the stoichiometric 
level. In ITO, the Sn0 2 /In 2 0 3 ratio is 1 to 20% by weight, 
preferably 5 to 12%. In IZO, the ZnO/In 2 0 3 ratio is normally 
around 12 to 32% by weight. The anode is preferably 10 to 500nm 
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thick. Reliability of the element increases as the driving 
voltage decreases. It is preferably 10 to 30Q/D or 10 Q/0 or 
less (normally 0.1 to 10Q/D) for ITO. 
[0199] 

For a large-size device, e.g., display, an Al wiring 
system may be adopted to compensate for increased resistance 
of _ ITO. 
[0200] 

<Substrate materials> 

The substrate materials are not limited. However, they 
are transparent or semi-transparent, e.g., glass or resin, to 
fetch emitted light from the substrate side. A color filter 
film, fluorescence conversion filter film or dielectric 
reflection film may be used for the substrate. Moreover, the 
substrate itself may be colored to control emitted light color. 
[0201] 

The color filter for liquid crystal display or the like 
may be used for the present invention. It is recommended to 
optimize fetching efficiency and color purity by tuning up the 
characteristics of the color filter specifically for light 
emitted from the organic EL element. 
[0202] 

The element will have improved resistance to light and 
display contrast, when provided with the color filter capable 
of cutting external light of short wavelength which the EL 
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element material or fluorescent conversion layer may absorb. 
[0203] 

The color filter may be replaced by a thin optical film, 
e.g., dielectric multi-layered film. 
[0204] 

The fluorescent conversion filter film converts color 
of light emitted from an EL device by absorbing the color and 
emitting it from the fluorescent material in the film. It is 
composed of three components of binder, fluorescent material 
and light-absorbing material. 
[0205] 

The fluorescent material basically should have a high 
fluorescence quantum yield, and preferably has a strong 
absorption in the wavelength region of EL-emitted light. In 
practice, the laser colors are suitable. The useful compounds 
include those based on rhodamine, perylene, cyanine, 
phthalocyanine (including sub-phthalocyanine) , 

naphthaloimide, hydrocarbons with condensed rings, condensed 
heterocyclic compounds, styryl and coumarin. 
[0206] 

The binder is basically selected from the materials which 
prevent extinction of fluorescence. They are preferably 
formed into fine patterns by photolithography, printing or the 
like. They are also preferably prevented from being damaged 
while the ITO film is being produced. 
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[0207] 

The light-absorbing material is used when the 
fluorescent material is insufficient in light-absorbing 
capacity. It is selected from the materials which prevent 
extinction of fluorescence by the fluorescent material. 
[0208] 

<Modulation of emitted light by color filter> 

Use of a color filter allows to modulate light emitted 
from the organic EL element of the present invention, and 
thereby easily provides the multi-color emitting organic EL 
display (multi-color emitting organic EL element). 
[0209] 

When the organic EL element is applied to the above device, 
it is preferable that the element including the light-emitting 
layer is placed between electrodes facing each other, and that 
at least one of the electrodes is transparent. It is necessary 
for at least one of the electrodes to be transparent for the 
element which includes a color filter. When the element emits 
light from the transparent electrode side, the color filter 
is provided on that side. 
[0210] 

The organic layer means the layer which contains an 
organic compound, and the organic compounds useful for the 
organic layer include metallic complexes with an organic 
compound as the ligand, and organometallic compounds. 
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[0211] 

The above device may have a segment type or dot matrix 
type display, or both. 
[0212] 

A dot matrix type display has a pair of XY matrix type 
electrodes , each being composed of two or more electrodes 
intersecting with each other and being positioned to face each 
other, where an organic layer is placed between the electrodes 
intersecting with each other to form the picture element. The 
color filter is preferably provided on the transparent 
electrode side of the picture element. Moreover, it is 
preferable to provide a black matrix around the picture element 
and in the vicinity of the position at which the color filter 
is provided (normally between the color filters). The black 
matrix can prevent leakage of light between the color filters, 
and thereby enhance visibility of emitted multi-colors. 
[0213] 

The picture element means the region of image-displaying 
arrays which is excited independently from another region to 
emit light. 
[0214] 

The two or more electrodes described above are normally 
stripe-shaped, and a pair of the electrodes are arranged in 
such a way to intersect each other at an almost right angle. 
The stripe-shaped electrodes are arranged normally by forming 
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one electrode first and then the other. At the same time, the 
dot matrix type displaying section is frequently formed using 
an interlayer insulation film. Therefore , the stripe-shaped 
electrodes formed afterward may not be arranged almost on the 
same plane, or one stripe in the same direction may not form 
a continuous film, which, however, is acceptable so long as 
there is a section where the electrodes intersect each other 
at an almost right angle. 
[0215] 

The dot matrix type displaying section may be formed by, 
e.g., the following method. A transparent substrate (e.g., 
of glass) is coated with a given color filter layer, and then 
with a 1 fxm to 5mm thick overcoat layer of transparent resin 
(e.g., arylilic or polyimide resin)on the color filter layer 
surface on which the transparent electrode(s) is (are) to be 
formed, preferably to improve flatness of the surface. The 
overcoat layer also works as the protective layer for the color 
filter. The overcoat layer is patterned to form the 
transparent electrode(s) thereon. A transparent, 

electrically insulating inorganic oxide layer may be provided 
as the passivation film between the transparent electrode(s) 
and overcoat layer. 
[0216] 

The plane having the patterned transparent electrode 
layer is provided with a lOnm to lOOum thick interlayer 
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insulation film to cover the plane except for the electrode 
layer. The insulation film may be of an inorganic compound 
(e.g., Si0 2 or SiNJ or resin (e.g., polyimide, acrylic or epoxy 
resin). 
[0217] 

Moreover, the plane may be provided with a spacer, in 
addition to the insulation film, on the insulation layer, and 
further with an overhung body wider than the spacer on the 
spacer, to divide the element (Japanese Patent Laid-open No. 
330792/1997) . 
[0218] 

Then, the organic layer which contains the light- 
emitting layer in the organic EL element is formed, and the 
counter electrode is provided in such a way to intersect the 
transparent electrode. This provides the intersection of the 
electrode pair with the function of emitting light. It is 
preferable to leave the insulation layer after the element is 
formed, because it works to avoid useless light emission in 
an area unseen from the substrate surface. When the black 
matrix is used, its layer may be provided between the color 
filter layers. 
[0219] 

<Color filter and black matrix> 
i) Color filter 

The color filters useful for the present invention 
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include the solid of the following pigment or the pigment 

dissolved or dispersed in a binder resin. 

[0220] 

The following pigments are useful for the present 
invention. Red (R) pigments: those based on perylene, rake, 
azo, quinacridon, anthraquinone, anthracene, isoindoline and 
isoindolynone. They may be used either individually or in 
combination. 
[0221] 

Green (G) pigments: those based on phthalocyanine and 
copper phthalocyanine substituted with 2 or more halogen atoms , 
triphenylmethane, isoindoline and isoindolynone. They may be 
used either individually or in combination. 
[0222] 

Blue (B) pigments: those based on copper phthalocyanine, 
indanthrone, indophenol, cyanine and dioxadine. They may be 
used either individually or in combination. 
[0223] 

On the other hand, the binder resin is preferably 
transparent (transmitting at least 50% of visible light) . The 
transparent resins (high-molecular-weight compounds) useful 
for the present invention include polymethyl methacrylate, 
polyacrylate, polycarbonate, polyvinyl alcohol, polyvinyl 
pyrrolidone, hydroxyethyl cellulose and carboxymethyl 
cellulose. 
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[0224] 

A photosensitive resin to which photolithography is 
applicable may be selected, in order to two-dimensionally 
arrange the divided color filter. These resins include 
light-curable resist materials having a reactive vinyl group, 
e.g. , those based on acrylic acid, methacrylic acid, polyvinyl 
cinnamate and cyclic rubber. When the printing method is used, 
a printing ink (medium) comprising a transparent resin may be 
selected. These transparent resins include compositions of 
monomer, oligomer or polymer for polyvinyl chloride, melamine, 
phenol,, alkyd, epoxy, polyurethane, polyester, maleate and 
polyamide resins; polymethyl methacrylate, polyacrylate, 
polycarbonate, polyvinyl alcohol, polyvinyl pyrrolidone, 
hydroxyethyl cellulose and carboxymethyl cellulose. 
[0225] 

When the color filter is mainly composed of a pigment, 
the film is generally prepared by vacuum evaporation or 
sputtering via the mask with a desired color filter pattern. 
When the color filter is composed of a pigment and binder resin, 
on the other hand, the fluorescent pigment is generally mixed 
with, or dispersed or dissolved in, the resin and resist, and 
the resultant coating solution is spread by spin coating, roll 
coating, casting or the like to form the film, which is provided 
with a desired color filter pattern by photolithography, 
printing or the like, and then cured under heating. 
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[0226] 

The color filters prepared by the above methods 
preferably have film thickness and transmittance in the 
following ranges: film' thickness: 0.5 to 20\xm and 
transmittance: 50% or more (610nm) for the R pigment; film 
thickness: 0.5 to 20^m and transmittance: 50% or more (545nm) 
for the G pigment; and film thickness: 0.2 to 20\m and 
transmittance: 50% or more (460nm) for the B pigment. 
[0227] 

When the color filter is composed of the pigment and 
binder, in particular, the pigment concentration is set within 
the limits in wljich the color filter can be patterned without 
any difficulty and sufficiently transmit light emitted from 
the organic EL element. The pigment is contained in the color 
filter containing the binder at 5 to 50% by weight, although 
the adequate content varies depending on pigment type. 
[0228] 

ii) Black matrix 

The black matrixes useful for the present invention 
include the following thin films of metals and metal oxides, 
and black pigments. More specifically, thin films of metals 
and metal oxides useful for the present invention include those 
of chromium (Cr), nickel (Ni), copper (Cu) and the oxides 
thereof. The mixture of the above metal or its oxide preferably 
has an optical concentration of 3.0 or more (film thickness: 
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[Title of the Invention] ORGANIC EL ELEMENT 
[Abstract] 

[Object] It is an object of the present invention to provide 
an organic element which efficiently emits light of blue color, 
is applicable to the multi-color emission, including blue color, 
high in luminance and has long service life. 
[Construction] The organic EL element of the present 
invention is provided with the blue-emitting layer containing 
the hole injecting/transferring compound in the hole 
transferring layer 4 and/or electron injecting/transferring 
compound in the electron transferring layer 7 as the host 
compound (s) , these layers being adjacent to the light-emitting 
layer, or the blue-emitting layer combined with the cathode 
with a halide or oxide of an alkali metal as the constituent 
material . 



[Claims] 

[Claim 1] An organic EL element comprising a light- 
emitting layer, and hole and/or electron transferring layers 
adjacent to the light -emitting layer, wherein the light- 
emitting layer is composed of one or more layers including a 
blue-emitting layer which contains a hole 
injecting/transferring compound in the hole transferring 
layer and/or electron injecting/transferring compound in the 
electron transferring layer as the host compound(s). 

[Claim 2] The organic EL element according to Claim 1, 
wherein said host compound emits blue light. 

[Claim 3] The organic EL element according to Claim 2, 
wherein said host compound is selected from phenyl anthracene 
derivatives . 

[Claim 4 ] The organic EL element according to the Claim 
1, which contains a dopant by which it emits blue color. 

[Claim 5] The organic EL element according to Claim 1, 
which has the hole and electron transferring layer, wherein 
the blue-emitting layer is a mixed layer of the hole 
injecting/transferring compound in the hole transferring 
layer and electron injecting/transferring compound in the 
electron transferring layer. 

[Claim 6] The organic EL element according to Claim 5, 
wherein said blue-emitting layer is a mixed layer of a phenyl 
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anthracene derivative and aromatic tertiary amine. 

[Claim 7] The organic EL element according to Claim 5 
or 6, wherein said hole injecting/transferring compound and 
electron injecting/transferring compound are contained each 
at a constant concentration in said mixed layer. 

[Claim 8] The organic EL element according to Claim 5 
or 6, wherein each of said hole injecting/transferring compound 
and electron injecting/transferring compound has a 
concentration distribution in the film thickness direction , 
said hole injecting/transferring compound having a higher 
concentration on the hole transferring layer side and said 
electron injecting/transferring compound having a higher 
concentration on the electron transferring layer side. 

[Claim 9] The organic EL element according to one of 
Claims 5 to 8, wherein said mixed layer is doped with a dopant* 

[Claim 10] The organic EL element according to one of 
Claims 5 to 9, wherein said mixed layer as a whole emits blue 
color. 

[Claim 11] The organic EL element according to one of 
Claims 1 to 10, wherein the materials that constitute the 
cathode provided on said electron transferring layer side 
include at least one type of compound selected from the group 
consisting of a halide and oxide of an alkali metals. 

[Claim 12] The organic EL element according to Claim 
11 , wherein the materials that constitute the cathode provided 



on said electron transferring layer side include at least one 
type of compound selected from the group consisting of halides 
of Rb and Cs. 

[Claim 13] An organic EL element comprising a cathode, 
one or more light-emitting layers including a blue-emitting 
layer, hole transferring and/or injecting layers, and anode, 
wherein the materials that constitute the cathode include at 
least one type of compound selected from the group consisting 
of a halide and oxide of an alkali metals. 

[Claim 14] The organic EL element according to Claim 
13, wherein said blue-emitting layer contains a phenyl 
anthracene derivative as the compound that emits blue color. 

[Claim 15] The organic EL element according to Claim 
13 or 14, wherein said hole transferring and/or injecting 
layers contain an aromatic tertiary amine. 

[Claim 16] The organic EL element according to Claim 
15, wherein said aromatic tertiary amine is selected from the 
group consisting of the compounds represented by the general 
formula ( 1 ) or ( 2 ) s 

[ Formula 1 ] 

(1) 

wherein, R x , R 2 , R 3 and R 4 are eachanaryl, alkyl, alkoxy, aryloxy 
or halogen group; r lf r 2 , r 3 and r 4 are each an integer of 0 to 
5; when r lf r 2 , r 3 and r 4 are each an integer of 2 or more, adjacent 



4 



so may be R 2 's, R 3 ' s and R 4 ' s ; R 5 and R 6 are each an alkyl , alkoxy , 
amino or halogen group, and r 5 and r 6 are each an integer of 
0 to 4, and 

[Formula 2] 

(2) 

wherein , <j> is phenylene group; R 0 i, R02, R03 and R 0 4 are each an 
alkyl ,aryl, diarylaminoaryl group, or 
[Formula 3] 

(3) 

wherein, Ron, R012* Roi3# Roi4# Rois* Roie and R017 are each an aryl 
group; at least one of R 0 i to R 0 4 is diarylaminoaryl group, or 
one of (a-1) to (a-3); r 0 i, r 02 , r 03 and r 0 4 are each an integer 
of 0 to 5; r 0 i+ro2+ro3+r 0 4 is an integer of 1 or more; when r 0 i, 
r 0 2/ r 03 and r 0 4 are each an integer of 2 or more, adjacent R 0 i's 
may be bonded to each other to form a ring, and so may be R 0 2's, 
R03 ' s and R 0 4 ' s . 

[Claim 17] The organic EL element according to Claim 
15 or 16 which has the hole injecting and transferring layers, 
the hole injecting layer on said anode side containing the 
compound represented by the formula (2) and hole transferring 
layer on said light -emitting layer side containing the compound 
represented by the formula (1). 

[Claim 18] The organic EL element according to one of 
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[Claim 18] The organic EL element according to one of 
Claims 1 to 17 which has at least one light-emitting layer, 
in addition to said blue-emitting layer, emitting light of 
wavelength different from. that of the light emitted by said 
blue-emitting layer. 

[Claim 19] The organic EL element according to Claim 

18, wherein said at least one light-emitting layer emitting 
light of wavelength different from that of the light emitted 
by said blue-emitting layer is a mixed layer of the hole 
injecting or transferring compound and electron injecting or 
transferring compound. 

[Claim 20] The organic EL element according to Claim 

19, wherein said mixed layer is doped with a dopant. 

[Claim 21] The organic EL element according to one of 
Claims 18 to 20 which has 2 light-emitting layers. 

[Claim 22] The organic EL element according to one of 
Claims 18 to 20 which has 3 light-emitting layers. 

[Claim 23] The organic EL element according to Claim 
21 or 22 which emits white color. 

[Claim 24] The organic EL element according to one of 
Claims 1 to 23 which is combined with a color filter to modulate 
emitted light. 

[Claim 25] The organic EL element according to Claim 
24 which includes a pair of electrodes facing each other and 
at least one of which is transparent, wherein the organic layer 
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containing said light-emitting layer is placed between the 
electrodes, and said color filter is provided on the side of 
the transparent electrode of the pair of electrodes « 

[Claim 26] The organic EL element according to Claim 
24 which includes a pair of XY matrix type electrodes at least 
one of which is transparent, each being composed of two or more 
electrodes, intersecting with each other and being positioned 
to face each other, wherein the organic layer containing said 
light-emitting layer is placed between the electrodes 
intersecting with each other, each intersection forms the 
picture element, and said color filter is provided on the 
transparent electrode side of the picture element. 

[Claim 27] The organic EL element according to Claim 
26, wherein a black matrix is provided around said picture 
element and in the vicinity of the position at which said color 
filter is provided «. 

[DETAILED DESCRIPTION OF THE INVENTION] 
[0001] 

[FIELD OF THE INVENTION] 

This invention relates to an organic EL (electrical field 
luminescent ) element • 
[DESCRIPTION OF THE RELATED ART] 

An organic EL element is a device to emit light, with 
a thin film containing a fluorescent organic compound placed 
between the cathode and anode, where the electrons and holes 
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are injected into the thin film to be recombined with each other 
to generate excitons, which emit light (fluorescence or 
phosphorescence) while being deactivated. 
[0003] 

An organic EL element can emit light of high luminance 
of around 100 to 100, 000cd/m 2 from the surface at a low voltage 
of 10V or less . It can also emit light of widely varying colors 
from blue to red by selecting type of the fluorescent substance. 
[0004] 

An organic EL element has several disadvantages, e.g., 
short light-emitting life, and low storage durability and 
reliability, which result from the following causes. 
(1) Physical changes of the organic compound 

The interface becomes uneven, resulting from growth of 
the crystal domain or the like, which may cause the problems, 
e.g., deteriorated element capacity of injecting charges, 
short-circuit and insulation breakdown. Generation and 
growth of the grains, occurring especially when a low- 
molecular-weight compound having a molecular weight of 500 or 
less is used, notably deteriorates the film characteristics. 
The grains are also notably generated and grown, when the 
interfaces, e.g., that with ITO used for the anode, are 
roughened, to cause deteriorated light-emitting efficiency, 
current leakage, and eventually failure of the light-emitting 
capacity. It may also cause dark spots , which partially emit 
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no light. 
[0005] 

(2) Oxidation and separation of the cathode 

A metal of low work function, e.g., Na, K, Li, Mg, Ca 
or Al, is used for the cathode to facilitate injection of the 
electrons. These metals, however, react with moisture or 
oxygen in the air to cause separation of the cathode from the 
organic layer, preventing charges from being injected. 
In particular, when the film of a high-molecular-weight 
compound is formed by spin coating, residual solvent, moisture 
and decomposed products left during the film-making step 
accelerate oxidation of the electrode, to cause separation of 
the electrode and generation of the dark spots. 
[0006] 

(3) Low light-emitting efficiency, and large exotherm 

The organic compound is exposed to a high field strength, 
because electric current is passed through the compound, and 
invariably generates heat. The resultant heat may cause 
melting, crystallization and thermal decomposition of the 
organic compound, and hence deterioration and breakdown of the 
element . 
[0007] 

(4) Photochemical or electrochemical changes of the organic 
compound layer 

The electric current passed through the organic compound 
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may deteriorate the compound, causing defects, e.g., current 
and exciton trapping, and deterioration of the element, e.g., 
increased driving voltage and lowered luminance. 
[0008] 

The organic EL element can realize multi-color emission, 
as described above, and a laminate type white color emitting 
organic EL element is proposed as the one for multi-color 
emission (Yoshiharu Sato, Technical Reports of Shinshu 
University, OME-94-78 (1995-03) . The laminate is composed of 
the light-emitting layers of an oxazole complex of zinc for 
blue, tris(8-quinolinolate) aluminum for green and tris(8- 
quinolinolate) aluminum doped with a red fluorescent pigment 
(P-660, DCM1) for red. 
[0009] 

The inventors of the present invention have proposed the 
technique for multi-color emission with the aid of dopants 
(WO98/08360) in consideration of greatly limited material 
selection and freedom of controlling emitted light involved 
in the above element. More specifically, a mixed layer of 
tris (8-quinolinolate) aluminum and N,N,N' ,N'-tetrakis-(3- 
biphenyl-l-yl) benzidine is doped with rubrene or coumarin 
derivative. It can realize multi-color emission by changing 
the mixing ratio of the components and dopant species. 
[0010] 

However, the specifically disclosed colors emitted 
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correspond to red to green , but not to blue. 
[0011] 

Therefore, stable production of blue color is in demand, 
but involves specific problems. It is necessary to select 
adequate materials, not only for the light-emitting ones but 
also for those combined therewith. 
[0012] 

[PROBLEMS THAT THE INVENTION IS TO SOLVE] 

It is an object of the present invention to provide a 
highly reliable organic EL element capable of efficiently 
emitting blue color. It is another object of the present 

o 

invention to provide an organic EL element which can cope with 
emission of multi-colors including blue, produce colors of high 
luminance, and is serviceable for extended periods. It is 
still another object of the present invention to provide an 
organic EL element which can be used for a multi-color emitting 
organic EL display with its excellent characteristics by being 
combined with a color filter. 
[0013] 

[MEANS FOR SOLVING THE PROBLEMS] 

The above objects can be achieved by the inventions, 
described below. 

( 1 ) An organic EL element comprising a light-emitting layer, 
and hole and/or electron transferring layers adjacent to the 
light-emitting layer, wherein the light-emitting layer is 
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composed of one or more layers including a blue-emitting layer 
which contains a hole injecting/transferring compound in the 
hole transferring layer and/or electron 

injecting/transferring compound in the electron transferring 
layer as the host compound(s). 

(2) The organic EL element according to the invention (1), 
wherein the host compound emits blue color, 

( 3 ) The organic EL element according to the invention ( 2 ) , 
wherein the host compound is selected from phenyl anthracene 
derivatives . 

( 4 ) The organic EL element according to the invention ( 1 ) , 
which contains a dopant by which it emits blue color. 

(5) The organic EL element according to the invention (1), 
which has a hole and electron transferring layer , wherein the 
blue-emitting layer is a mixed layer of the hole 
injecting/ transferring compound in the hole transferring 
layer and electron injecting/transferring compound in the 
electron transferring layer. 

( 6 ) The organic EL element according to the invention ( 5 ) , 
wherein the blue-emitting layer is a mixed layer of a phenyl 
anthracene derivative and aromatic tertiary amine. 

(7) The organic EL element according to the invention (5) 
or (6), wherein the hole injecting/transferring compound and 
electron injecting/transferring compound are contained each 
at a constant concentration in a mixed layer. 

12 



(8) The organic EL element according to the invention (5) 
or (6), wherein each of the hole injecting/transferring 
compound and electron injecting /transferring compound has a 
concentration distribution in the film thickness direction, 
the hole injecting/transferring compound having a higher 
concentration on the hole transferring layer side and the 
electron injecting/ transferring compound having a higher 
concentration on the electron transferring layer side. 

( 9 ) The organic EL element according to one of the inventions 
(5) to (8), wherein the mixed layer is doped with a dopant. 

(10) The organic EL element according to one of the inventions 
(5) to (9) , wherein the mixed layer as a whole emits blue color. 

( 11) The organic EL element according to one of the inventions 
(1) to (10) , wherein the materials that constitute the cathode 
provided on the electron transferring layer side include at 
least one type of compound selected from the group consisting 
of a halide and oxide of an alkali metals. 

(12) The organic EL element according to the invention (11)/ 
wherein the materials that constitute the cathode provided on 
the electron transferring layer side include at least one type 
of compound selected from the group consisting of halides of 
Rb and Cs. 

(13) An organic EL element comprising a cathode, one or more 
light-emitting layers including a blue-emitting layer, hole 
transferring and/or injecting layers, and anode, wherein the 
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materials that constitute the cathode include at least one type 
of compound selected from the group consisting of a halide and 
oxide of an alkali metals. 

(14) The organic EL element according to the invention (13), 
wherein the blue-emitting layer contains a phenyl anthracene 
derivative as the compound that emits blue color. 

(15) The organic EL element according to the invention (13) 
or 14, wherein the hole transferring and/or injecting layers 
contain an aromatic tertiary amine. 

(16) The organic EL element according to the invention (15), 
wherein the aromatic tertiary amine is selected from the group 
consisting of the compounds represented by the general formula 
(1) or (2): 

[0014] 

[Formula 4] 

(1) 

[0015] 

wherein, R x , R 2 , R 3 and R 4 are each an aryl, alkyl, alkoxy, aryloxy 
or halogen group? z x , r 2 , r 3 and r 4 are each an integer of 0 to 
5; when r t , r 2 , r 3 and r 4 are each an integer of 2 or more, R/s 
may be bonded to each other to form a ring, and so may be R/s, 
R 3 's and R 4 's; R 5 and R 6 are each an alkyl, alkoxy, amino or 
halogen group, and r s and r 6 are each an integer of 0 to 4, and 
[0016] 
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[Formula 5] 

(2) 

[0017] 

wherein, <j> is phenylene group; R 01/ R 02 , R 03 and R 04 are each an 

alkyl,aryl, diarylaminoaryl group, or 

[0018] 

[Formula 6] 

(a-1) (a-2) (a-3) 
wherein, R 011 , R 012 , R 013 , R 014 , R 015 , R^ and Rq 17 are each an aryl 
group ; 
[0019] 

at least one of R 01 to R 04 is diarylaminoaryl group, or one of 
(a-1) to (a-3); r 01 , r 02 , r 03 and r 04 are each an integer of 0 
to 5; r 01 +r 02 +r 03 +r 04 is an integer of 1 or more; when r 01 , r 02 , 
r 03 and r 04 are each an integer of 2 or more, adjacent R^'s may 
be bonded to each other to form a ring, and so may be Ro 2 's, 
Ro 3 's and R 04 's« 

(17) The organic EL element according to the invention (15) 
or (16) which has the hole injecting and transferring layers, 
the hole injecting layer on the anode side containing the 
compound represented by the formula (2) and hole transferring 
layer on the light -emitting layer side containing the compound 
represented by the formula ( 1 ) . 
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( 18 ) The organic EL element according to one of the inventions 
(1) to (17) which has at least one light-emitting layer, in 
addition to the blue-emitting layer, emitting light of 
wavelength different from that of the light emitted by the 
blue-emitting layer. 

(19) The organic EL element according to the invention (18), 
wherein the at least one light-emitting layer emitting light 
of wavelength different from that of the light emitted by the 
blue-emitting layer is a mixed layer of the hole injecting or 
transferring compound and electron injecting or transferring 
compound . 

•3 

(20) The organic EL element according to the invention (19), 
wherein the mixed layer is doped with a dopant. 

(21 ) The organic EL element according to one of the inventions 
(18) to (20) which has 2 light-emitting layers. 

(22) The organic EL element according to one of the inventions 
(18) to (20) which has 3 light-emitting layers. 

(23) The organic EL element according to the invention (21) 
or (22) which emits white color. 

( 24 ) The organic EL element according to one of the inventions 
(1) to (23) which is combined with a color filter to modulate 
emitted light. 

(25) The organic EL element according to the invention (24) 
which includes a pair of electrodes facing each other and at 
least one of which is transparent, wherein the organic layer 
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containing the light-emitting layer is placed between the 
electrodes, and the color filter is provided on the side of 
the transparent electrode of the pair of electrodes, 

(26) The organic EL element according to the invention (24) 
which includes a pair of XY matrix type electrodes at least 
one of which is transparent, each being composed of two or more 
electrodes, intersecting with each other and being positioned 
to face each other, wherein the organic layer containing the 
light-emitting layer is placed between the electrodes 
intersecting with each other, each intersection forms the 
picture element, and the color filter is provided on the 
transparent electrode side of the picture element. 

(27) The organic EL element according to the invention (26), 
wherein a black matrix is provided around the picture element 
and in the vicinity of the position at which the color filter 
is provided. 

[0020] 

[DESCRIPTION OF THE PREFERRED EMBODIMENTS] 

The present invention is described in more detail. The 
organic EL element of the present invention includes a 
blue-emitting layer which contains, as the host compound(s), 
a hole injecting/transferring compound and/or electron 
injecting/transferring compound in the hole transferring 
layer and/or electron transferring layer adjacent to the 
light-emitting layer, or includes a blue-emitting layer and 
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uses a compound selected from the group consisting of a chloride 
and oxide of an alkali metal as the material for the cathode. 
It preferably has both these structures with the blue-emitting 
layer preferably being of a mixed layer of the hole and electron 
injecting/transferring compounds. The present invention is 
described in still more detail. 
[0021] 

<Blue-emitting layer> 

The organic EL element of the present invention includes 
a blue-emitting layer , wherein a phenylene anthracene 
derivative is the preferable compound for emitting blue color. 
The phenylene anthracene derivatives useful for the present 
invention are described in Japanese Patent Laid-open No. 
12600/1996. Of these, those represented by the formula (A) 
are more preferable; 
A,-L-A 2 (A) 
[0022] 

wherein , K x and A 2 are each mono(ortho-substituted 
phenyl )anthryl or di(ortho-substituted phenyl ) anthryl group , 
which may be the same or different; and L is a single bond or 
divalent coupling group. 
[0023] 

The mono(ortho-substituted phenyl ) phenyl anthryl or 
di(ortho-substituted phenyl ) phenyl anthryl group represented 
by A lf A 2 in the formula (A) has an aryl f aromatic heterocyclic 
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or arylethenyl group at the 2- or 6-site of the phenyl group 
(ortho-site with respect to the position at which it is bonded 
to the anthracene ring). It may have a substituent at a site 
other than the ortho-site. Examples of the substituent , when 
bonded, include alkyl, aryl, arylethenyl, alkoxy and amino 
group. They may be further substituted. These substituents 
are described later. 
[0024] 

The phenyl group is preferably bonded to the anthracene 
ring at the 9- or 10 -site. 
[0025] 

L in the formula (A) is a single bond or divalent group, 
and the divalent bond is preferably an arylene group which may 
include an alkylene group or the like. These arylene groups 
are described later. 
[0026] 

Of the phenyl anthracene derivatives represented by the 
formula (A), those represented by the formula (A-l) or (A- 
2) are more preferable. 
[0027] 

[Formula 7] 

(A-l) 

[0028] 

[Formula 8] 
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10 to 30nm (100 to 3000A) . 
[0229] 

The concrete examples of the black pigments include 
carbon, titanium and aniline black, a pigment mixed with the 
color filter pigment to be blackened, and solidified pigment 
after being dissolved or dispersed in the binder resin as is 
the case with the one for the color filter. 
[0230] 

The thin film of metal or its oxide is formed by sputtering, 
evaporation, CVD or the like on the entire surface of the 
insulating substrate or at least on the entire surface of the 
display section by masking, and patterned by photolithography 
to form the black matrix pattern. 
[0231] 

When the black pigment is used, the black matrix can be 
formed by patterning in the manner similar to that for the color 
filter. 
[0232] 

Protective layer (transparent, flat film)> 

The protective layer (transparent, flat film) , which may 
be provided as required for the present invention, is used to 
protect the color filter (including the black matrix) from 
being physically damaged, or deteriorated by the external 
environmental factors (e.g., water, oxygen or light). The 
material therefor is preferably transparent (transmitting 50% 
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or more of visible light). 
[0233] 

More specifically, the resins useful for the present 
invention include light-curable and/or thermosetting resins, 
e.g. , acrylate- and methacrylate-based resin having a reactive 
vinyl group. They also include monomers, oligomers or 
polymers for the transparent resins, e.g., melamine, phenol, 
alkyd, epoxy, polyurethane, polyester, maleate, and polyamide 
resins; and transparent resins, e.g., polymethylmethacrylate, 
polyacrylate, polycarbonate, polyvinyl alcohol, polyvinyl 
pyrrolidone, polyimide, hydroxyethyl cellulose and 
carboxymethyl cellulose. The protective layer may be 
incorporated with an ultraviolet absorber to enhance 
resistance of the color filter and organic EL element to light. 
[0234] 

The protective layer is formed by spin coating, roll 
coating, casting or the like, when the above material is liquid. 
The resulting film is irradiated with light and cured under 
heating when the film material is a light-curable resin, or 
directly cured under heating when it is a thermosetting resin. 
When the layer is film-shaped, it may be stuck to the color 
filter by an adhesive agent. 
[0235] 

The protective layer is not limited in thickness, because 
visual field angle is little affected by the thickness. 
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However, it may decrease light transmittance, when excessively 
thick. Therefore, thickness can be selected normally from a 
range of lum to 5nm. 
[0236] 

^Transparent, electrically insulating inorganic oxide layer> 
The transparent, electrically insulating inorganic 
oxide layer for the present invention may be formed on the color 
filter or protective layer by, e.g. , evaporation, sputtering, 
dipping or the like. The layer may be composed of a single 
layer or 2 or more layers. When it is composed of 2 layers, 
the upper inorganic oxide layer controls elution of the 
inorganic ion from the lower inorganic oxide layer (e.g., of 
soda soda-lime glass), thereby protecting the organic EL 
element from the eluted ion. 
[0237] 

The materials useful for the inorganic oxide layer 
include silicon oxide (Si0 2 ), aluminum oxide (Al 2 0 3 ), titanium 
oxide (Ti0 2 ), yttrium oxide (Y 2 0 3 ), germanium oxide (Ge0 2 ), zinc 
oxide (ZnO), magnesium oxide (MgO), calcium oxide (CaO), boron 
oxide (B 2 0 3 ), strontium oxide (SrO), barium oxide (BaO), lead 
oxide (PbO), zirconia (Zr0 2 ), sodium oxide (Na 2 0), lithium 
oxide (Li 2 0) and potassium oxide (K 2 0) , of which silicon oxide, 
aluminum oxide and titanium oxide are more preferable, because 
their layers (films) are highly transparent, formed into a film 
at a relatively low temperature (250°C or lower), and little 
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harmful to the color filter or protective layer. 
[0238] 

The transparent, electrically insulating inorganic 
oxide layer is more preferably of glass plate, or glass plate 
coated with a film of at least one compound selected from the 
group consisting of the above-described oxides, e.g., silicon 
oxide, aluminum oxide and titanium oxide, on at least one side 
of the transparent, electrically insulating glass plate, 

because it can be handled at low temperature (150°C or lower) 
required only to stick it to the color filter or protective 
layer while causing any damage on the color filter or protective 
layer. A glass plate can very efficiently cut off gases which 
may cause deterioration of the element, in particular steam, 
oxygen, monomer or the like. 
[0239] 

The glass plate compositions given in Tables 1 and 2 can 
be cited as the examples. In particular, those which can be 
cited include soda-lime glass, glass containing barium or 
strontium, lead glass, aluminosilicate glass, borosilicate 
glass and barium borosilicate glass. The electrically 
insulating inorganic oxide layer is compositionally not 
limited, so long as it is mainly composed of an inorganic oxide. 
It may contain a nitride (e.g., Si 3 N 4 ). 
[0240] 

Thickness of the transparent, electrically insulating 
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inorganic oxide layer is not limited, so long as it has no 
adverse effect on the organic EL element for emitting light. 
However, it is preferably O.Oljxm or more but 200nm or less. 
The glass plate, or glass plate coated with a film of at least 
one compound selected from the group consisting of the 
above-described oxides, e.g., silicon oxide, aluminum oxide 
and titanium oxide, on at least one side of the transparent, 
electrically insulating glass plate preferably has a thickness 
of l\im or more but 200^ or less, viewed from its precision 
and strength. The inorganic oxide layer nears the monolayer 
of the -inorganic oxide particles as its thickness decreases, 
having difficulties in cutting off gases which may cause 
deterioration of the element, e.g., steam, oxygen, monomer or 
the like discharged from the color filter or protective layer. 
As its thickness increases, on the other hand, light emitted 
from the organic EL element may leak out of the gap with the 
color filter, narrowing visual field angle of the multi-colored 
emitted light and possibly deteriorating practicality of the 
multi-color emitting device, although the critical thickness 
depends on fineness of the color filter. 
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[0241] 
[Table l] 



Glass composition systems 



1)R 2 0-R' 0-Si0 2 

• Na 2 0-CaO/MgO-Si0 2 
(Soda -lime glass) 

• Na 2 0/K 2 0-BaO/SrO-Si0 2 

• Na 2 0/K 2 0-CaO/ZnO-Si0 2 



2) R 2 0-PbO-Si0 2 

• K 2 0/Na 2 0-PbO-Si0 2 
( Lead glass) 



3) R 2 0-B 2 0 3 -Si0 2 

• Na 2 0-B 2 0 3 -Si0 2 
(Borosilicate glass) 

• K 2 O-B 2 0 3 -SiO 2 



4) R 1 0-B 2 0 3 -Si0 2 

• PbO-B 2 0 3 -Si0 2 

• PbO/ZnO-B 2 0 3 -Si0 2 

• PbO-B 2 0 3 -Si0 2 +( Filler) 

• ZnO-B 2 0 3 -Si0 2 



5) R 1 O-Al 2 0 3 -SiO 2 

• CaO/MgO-Al 2 0 3 -Si0 2 

( Aluminosilicate glass) 

• MgO-Al 2 0 3 -Si0 2 

• PbO/ZnO-Al 2 0 3 -Si0 2 



6) R 2 0-Al 2 0 3 -SiO 2 

• Li 2 0-Al 2 0 3 -Si0 2 

• Na 2 O-Al 2 O 3 -Si0 2 



7) R' 0-Ti0 2 -Si0 2 
• BaO-Ti0 2 -Si0 2 



8) R 2 0-Zr0 2 -Si0 2 
• Na 2 0/Li 2 0-Zr0 2 -Si0 2 



9) R 1 0-P 2 0 5 -Si0 2 
• CaO-P 2 0 5 -Si0 2 



10) R ' 0-Si0 2 
• CaO/BaO/PbO-Si0 2 



11) Si0 2 



12) R 2 0-R' 0-B 2 0 3 
• Li 2 0-BeO-B 2 0 3 



13) R» 0-R 2 " 0 3 - B 2 0 3 
' CaO/BaO-Al 2 0 3 -B 2 0 3 



R 
R ' 
R' ' 



Monovalent element 
Divalent element 
Trivalent element 



• CaO/PbO-Lu 2 0 3 -B 2 0 3 

14) R 2 0-A1 2 0 3 -P 2 0 5 

• K 2 0-A1 2 0 3 - P 2 0 5 

15) R' 0-Al 2 0 3 -P 2 0 5 

• BaO/CaO-Al 2 0 3 -P 2 0 5 

• ZnO-Al 2 0 3 -P 2 0 5 
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[Table 2] 





Classification 


Compositions (mainly represented by 1- to 
3 -component systems) 


1 


Simple oxide 


Si0 2 , B 2 0 3> Ge0 2t As 2 0 3 


2 


Silicate 


Li 2 0-Si0 2 . Na 2 0-Si0 2t K 2 0-Si0 2 
MgO-Si0 2i CaO-Siu 2t BaO~Si0 2> PbO~Si0 2 
Na 2 0-CaO-Si0 2 

A± 2 U 3 -blU 2 




Borate 


Ll 2 O-B 2 0 3j Na 2 0-B 2 O 3( K 2 0-B 2 0 3 
MyU-D 2 U 3 uaU-D 2 U 3# rDO-D 2 03 

Na 2 u-cau-D 2 u 3 4 ^nu-i'DU-D 2 u 3 

Ax 2 *J 3 -o 2 U 3> OXU 2 -t5 2 U3 


4 




t i D-D n M=a n_D n 

Lil 2 *J — r' 2 U5 i Ncl 2 iJ _ " 2 iJ5 

MrrO - p ,n,. P^ri-P»n. r^o-p n 

nyv ir 2*-' 5 , UaU"r2U5 ( DaU" lr 2 v^5 

K->0-BaO-P,O c 

A1 2 0 3 -P 2 0 5 . Si 2 0 2 -P 2 0 5 , B 2 0 3 -P 2 0 5 
V-.Oc-P-.Oe Fe->0-»-P-,O e WO-, -P^D. 


5 


Germanat e 


Li-.0-GeO-, Na->0-Ge»0-> K^O-HaO^ 
B-.0-.-G^0^ SiO-»-GpO-. 

u 2 v 2 ui\72 \JCv2 


6 


Tungstate 


Na 2 0-W0 3 . K 2 0-W0 3 


7 


Molybdate 


Na 2 0-Mo0 3> K 2 0-Mo0 3 , L 2 0-Mo0 3 


8 


Tellurate 


Na 2 0-Te0 2 


9 


Borosilicate 


Na 2 0-B 2 0 3 -Si0 2 


10 


Alumino silicate 


Na 2 0-Al 2 0 3 -Si0 2 , CaO-Al 2 0 3 -Si0 2 


11 


Aluminoborat e 


CaO-Al 2 0 3 -B 2 0 3 . ZnO-Al 2 0 3 -B 2 0 3 


12 


Aluminoborosilicate 


Na 2 0 - A1 2 0 3 - B 2 0 3 - Si0 2 


13 


Fluoride 


BeF 2 . NaF-BeF 2 

ZrF 4 -BaF 2 -ThF 4< GdF 3 -BaF 2 -ZrF 4 


14 


F luor opho sphat e 


Al(P0 3 ) 3 -AlF 3 -NaF-CaF 2 


15 


Oxyhalide 


Ag 2 0-AgI-P 2 O s 


16 


Oxynitride 


MgO-Al 2 0 3 -AlN-SiO 2 



[0243] 

<Method of producing the organic EL element> 

Next, the method of producing the organic EL element of 
the present invention is described. The anode is preferably 
produced by the vapor-growth method, e.g., evaporation or 
sputtering. 
[0244] 

The cathode can be produced by evaporation or sputtering, 
the former being more preferable in consideration of making 
the film on the organic layer, because it damages the organic 
layer less. 
[0245] 

For production of the organic layer, e.g., light- 
emitting layer, vacuum evaporation is the preferable method 
for its capacity of forming uniformly thin films. Vacuum 
evaporation gives a uniformly thin film, amorphous or having 
a grain size of O.lMm or less, the lower limit normally being 
around O.OOl^un. The grains having a size exceeding O.lummay 
cause problems, e.g., uneven emission of light, high driving 
voltage required, and greatly reduced charge injecting 
efficiency. 
[0246] 

The vacuum evaporation conditions are not limited, but 
degree of vacuum and deposition rate are preferably 10" 3 Pa or 
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less and 0.1 to lnm/second. At the same time, each layer is 
preferably formed continuously under a vacuum, because this 
prevents adsorption of impurities on the interface between the 
layers to secure good characteristics, and, at the same time, 
reduces driving voltage of the element and controls 
generation/growth of dark spots. 
[0247] 

When vacuum evaporation is used to have a mixed layer 
or the like which contains 2 or more compounds in one layer, 
it is preferably formed by coevaporation, in which each 
compound carried by a boat is individually temperature- 
controlled to be evaporated by an independent evaporation 
source. However, when vapor pressures (evaporation 
temperatures) of the different compounds are similar or very 
close to each other, they may be mixed beforehand in the 
evaporation boat and then evaporated. 
[0248] 

The other methods include solution coating ( spin coating, 
dip coating, casting, etc), and Langmuir-Blodgett (LB) method. 
The solution coating method may be structured in such a way 
that each compound is dispersed in the matrix material (resin 
binder), e.g., polymer. The method of producing the color 
filter is described earlier. 
[0249] 

The organic EL element of the present invention is 
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normally DC-driven, but can be AC- or pulse-driven. The 
voltage to be applied is normally in a range of around 2 to 
10V, which is lower than that for the conventional device. 
[0250] 
[EXAMPLES] 

The present invention is described in more detail by 
EXAMPLES and REFERENCE EXAMPLES. The compounds used in 
EXAMPLES are described below by their structural formulae. 

102511 chf-*u<u 

Tetraarylbenzidine derivative (No. 1-1) 
Phenyl* anthracene derivative (No. 1-1) 
[0252] 

Naphthacene derivative (No. 20) 
Styryl amine derivative (S-9) 

N,N'-di( l-naphthyl-N,N'-diphenyl benzidine (NPB) 
[0253] 

<EXAMPLE 1> 

A glass substrate was coated with a lOOnm thick film of 
ITO as the transparent electrode (anode) by sputtering. 
[0254] 

The glass substrate coated with the transparent 
electrode of ITO was washed ultrasonically with a neutral 
detergent, acetone and ethanol. It was withdrawn from boiling 
ethanol, dried, washed with UV/0 3 , and set on a substrate holder 
in a vacuum evaporation apparatus . The vacuum tank was 
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evacuated to lxlO" 4 Pa or less. 
[0255] 

Then , N , N ' -dipheny 1-N , N ' -bis [ N-phenyl-N-4 -tolyl 
(4-aminophenyl) ] benzidine' (HIM34) was deposited at 
0.2nm/second by evaporation to a thickness of 20nm, to form 
the hole injecting layer. 
[0256] 

Next, a N,N,N' , N' -tetrakis- ( 3-biphenyl-l-yl )benzidine 
(tetraarylbenzidine derivative (No. 1-1) was deposited at 
0.2nm/second by evaporation to a thickness of 2 0nm, to form 
the hole transferring layer. 
[0257] 

Next, a tetraarylbenzidine derivative (No. 1-1)/ 
10,10' -bis [ 2-biphenylyl ] -9 , 9 ' -bianthryl ( phenyl anthracene 
derivative (No. 1-1)) and naphthacene derivative (No. 20) were 
deposited by coevaporation to a thickness of 30nm, to form the 
first light-emitting layer of mixed layer type having the 
volumetric tetraarylbenzidine derivative/10 , 10 '-bis [ 2- 
biphenylyl ] -9 , 9 ' -bianthryl ( phenyl anthracene ) derivative 
ratio of 1:3 and containing the naphthacene derivative at 3.0% 
by volume. These compounds were deposited at 0.05, 0.15 and 
0 . 00 6nm/second , respectively . 
[0258] 

Next, a tetraarylbenzidine derivative (No. 1-1), phenyl 
anthracene derivative (No. 1-1) and styryl amine derivative 
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(S-9) were deposited by coevaporation to a thickness of 50nm / 
to form the blue-emitting layer as the second light-emitting 
layer of mixed layer type having the volumetric 
tetraarylbenzidine derivative/phenyl anthracene derivative 
ratio of 1:3 and containing the styryl amine derivative at 3.0% 
by volume. These compounds were deposited at 0.05 , 0.15 and 
0.006nm/second, respectively. 
[0259] 

Next, phenyl anthracene derivative (No. 1-1) was 
deposited at 0 . 05nm/second by evaporation to a thickness of 
2011111/ while keeping the system under a vacuum, to form the 
electron transferring layer. Moreover, tris(8- 

quinolinolate) aluminum (A1Q3) was deposited at 0.2nm/second 
by evaporation to a thickness of lOnm, to form the electron 
injecting layer. 
[0260] 

Next, Csl and MgAg (10 si by weight) were deposited in 
this order at 0.05 and 0.2nm/second by evaporation to a 
respective thickness of 0.2 and 200nm, while keeping the system 
under a vacuum, to form the cathode, which was coated with a 
lOOnm thick aluminum as the protective layer by evaporation, 
to prepare the organic EL element. 
[0261] 

The resultant organic EL element comprises, as shown in 
Figure 1, the substrate 1 coated with the anode 2, which 
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supports the hole injecting layer 3, hole transferring layer 
4, first emitting layer 5 of mixed layer type, second emitting 
layer 6 of mixed layer type, electron transferring layer 7, 
electron injecting layer 8, and cathode layer composed of the 
lower layer 9 of an alkali metal compound and upper layer 10 
of a metal having a low work function, in this order, to emit 
light from the substrate 1 side. 
[0262] 

The organic EL element, when operated at a constant 
current density of lOmA/cm 2 , emitted white-color light of 
l,100cd/m 2 as the initial luminance at a driving voltage of 
6.0V. The half-life of the luminance was 600 hours under the 
conditions of constant current density: lOOmA/cm 2 , initial 
luminance: 9,000cd/cm 2 and driving voltage: 9.9V, and 50,000 
hours under the conditions of constant current density: 
10mA/cm 2 , initial luminance: l,100cd/cm 2 and driving voltage: 
6.0V. 
[0263] 

<EXAMPLE 2> 

The organic EL element was prepared in the same manner 
as in EXAMPLE 1, except that the tetraarylbenzidine derivative 
(No. 1-1) was replaced by N,N'-di( l-naphthyl)-N,N'-diphenyl 
benzidine (NPB), and its characteristics were analyzed also 
in the same manner. It emitted light of white color. The 
half-life of the luminance was 500 hours under the conditions 
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of constant current density: lOOmA/cm 2 , initial luminance: 
9 / 000cd/cm 2 and driving voltage: 9,8V, and 35,000 hours under 
the conditions of constant current density: 10mA/cm 2 , initial 
luminance: l,100cd/cm 2 and driving voltage: 5.5V. 
[0264] 

<EXAMPLE 3> 

The organic EL element was prepared in the same manner 
as in EXAMPLE 1, except that the First light-emitting layer 
of mixed layer type was not provided, and its characteristics 
were analyzed also in the same manner. It emitted light of 
blue color. The half-life of the luminance was 500 hours under 
the conditions of constant current density: lOOmA/cm 2 , initial 
luminance: 8,500cd/m 2 and driving voltage: 7.8V, and 30 , 000 
hours under the conditions of constant current density: 
lOmA/cm 2 , initial luminance: 900cd/m 2 and driving voltage: 
6.0V. 
[0265] 

The spectral patterns of the light emitted from the 
organic EL elements prepared in EXAMPLES 1 and 3 are shown in 
Figure 2. They emitted light of white and blue color, 
respectively. 
[0266] 

< REFERENCE EXAMPLES 1> 

The organic EL element was prepared in the same manner 
as in EXAMPLE 1, except that cesium iodide for the electron 
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injecting electrode was not used and MgAg was directly- 
deposited on A1Q3 by evaporation to form the electrode. 
[0267] 

It emitted light of orange color having a luminance of 
400cd/m 2 at a constant current density of 10mA/cm 2 and driving 
voltage of 9.0V. The spectral pattern of the emitted light 
was measured. It was found that 90% or more of the light was 
from the naphthacene derivative (No. 20). 
[0268] 

Its light-emitting life was measured. It emitted light 
having a luminance of 4 / 000cd/m 2 at a constant current density 
of 100mA/cm 2 . Its half-life was 4 hours. It was particularly- 
noted that the blue light greatly lost its luminance. 
[0269] 

<REFERENCE EXAMPLES 2> 

The organic EL element was prepared in the same manner 
as in EXAMPLE 1, except that the tetraarylbenzidine derivative 
(No. 1-1) and phenyl anthracene derivative (No. 1-1) as the 
host compounds for the mixed layer type light-emitting layer 
was replaced by phenyl anthracene derivative (No. 1-1) as the 
single host compound, which was doped with the naphthacene 
derivative (No. 20) and styryl amine derivative (S-9) in a 
similar manner. 
[0270] 

It emitted light of orange color having a luminance of 
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900cd/m 2 at a constant current density of 10mA/cm 2 , when 
operated at a driving voltage of 7.5V. The spectral pattern 
of the emitted light was measured. It was found that 75% or 
more of the light was from the naphthacene derivative (No. 20) . 
[0271] 

Its light-emitting life was measured. It emitted light 
having a luminance of 9 / 000cd/m 2 at a constant current density 
of lOOmA/cm 2 . Its half-life was 100 hours. It was 
particularly noted that the blue light greatly lost its 
luminance. 
[0272] 

<EXAMPLE 4> 

[Preparation of the organic EL element] 

A glass substrate (Coming's 7059) was scrubbed with a 
neutral detergent. 
[0273] 

The substrate was coated with pigment-dispersed type 
color filters, which is the most common procedure to colorize 
a liquid crystal display, under the coating conditions to have 
the 1.0 to 1.5jim thick film for each of the red, green and blue 
colors. Each filter was treated to have the desired pattern. 
The substrate was coated with the red color filter material 
by spin coating at l,000rpm for around 5 seconds, and the 
resultant color filter was prebaked at 100°C for 3 minutes. 
The photomask was aligned by an exposure device, irradiated 



79 



with ultraviolet ray of 20mW for around 3 0 seconds, and 
developed with an around 0.1% by weight aqueous solution of 
tetramethyl ammonium hydride (TMAH) for around 1 minute, it 
was cured at 220°C for 1 hour to form the red color filter. 
The curing was to prevent the color filter from dissolving the 
color filter solution of another color, to be spread thereon 
subsequently. The color filters were prepared on the red color 
filter one after another by the similar procedure, although 
the detailed conditions for forming the filters were different 
for the different materials (pigments). 
[0274] 

Next, the color filter was coated with an overcoat of 
acrylic resin to have the flat surface for the ITO film to be 
provided thereon. The overcoat material was treated to have 
a desired pattern, and cured at around 220°C for 1 hour, to 
have the overcoat layer, around 3\im thick. 
[0275] 

Next, ITO was spread on the overcoat layer by sputtering 
to form the transparent, electroconductive layer, around lOOnm 
thick. It was treated by photolithography to have a resist 
pattern, and etched with a diluted hydrochloric acid. Then, 
the resist was removed, to have the ITO pattern. 
[0276] 

The patterned ITO layer was coated with a Si0 2 layer as 
the insulation film by sputtering, it was patterned in such 
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a way to leave Si0 2 in the area other than the area where the 
emitted light could be seen from the substrate side, to form 
the insulation film, around 0.1(Am thick. 
[0277] 

The organic layer for the organic EL element, cathode 
and protective layer were formed in the same manner as in 
EXAMPLE 1, to prepare the organic EL displays having the white, 
green or blue dots. The picture element was 2 by 2mm in size, 
and number of the picture element was 1 dot for each color. 
[0278] 

Each of the organic EL element displays, when operated 
at a constant current density of 100mA/cm 2 , was confirmed to 
emit the color of the following luminance and CIE chromaticity : 
[0279] 

Luminance cd/m 2 CIE x/y 

White 5260 0.32/0.34 

Red 934 0.62/0.34 

Green 2900 0.31/0.50 

Blue 744 0.12/0.14 

[0280] 

<EXAMPLE 5> 

[Preparation of the simple matrix type organic EL color 
display] 

The substrate prepared in the same manner as in EXAMPLE 
4 was set on the substrate holder in a sputtering unit, and 
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coated with an approximately 1.5|xm thick Al film and then with 
approximately 30nm thick TiN continuously, to form the laminate 
of Al and TiN. The Al and TiN films were brought into close 
contact with each other with no natural oxide film in-between , 
because they were continuously formed without breaking the 
vacuum. The laminate film was treated by photolithography to 
have the low-resistance wiring pattern. 
[0281] 

The color filter and overcoat layers were formed in the 
same manner as in EXAMPLE 4 „ The overcoat layer was patterned 
in such a way to expose the TiN layer surface. 
[0282] 

Then, the ITO layer as the transparent electrode was 
formed in the same manner as in EXAMPLE 4 . This connected the 
low-resistance Al wiring pattern on the ITO layer to that formed 
beforehand, to form the column lines. 
[0283] 

The patterned ITO layer was coated with a Si0 2 layer as 
the insulation film by sputtering. It was patterned in such 
a way to leave Si0 2 in the area other than the area where the 
emitted light could be seen from the substrate side, to form 
the insulation film, around O.l^m thick. The insulation layer 
worked to avoid useless light emission in an area unseen from 
the substrate surface. It prevents another trouble; the area 
has holes or grooves, and the organic EL layer deposited on 
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the inclined portion would become thinner tending to cause 

current leakage without the insulation layer. 

[0284] 

The insulation layer was then coated with a solution 
adjusted to contain 15% by weight of polyimide to a film 
thickness of 2\xm by spin coating. The resultant film was 
prebaked at 145°C for 1 hour, to form the intermediate spacer 
film. Subsequently, it was coated with a positive resist layer, 
which was treated by exposure and development to have a desired 
photopattern, in order to form the shade-like photosensitive 
resin shape. The developing solution removed the positive 
resist. It also treated the intermediate spacer film into the 
final shape. This resulted in the divided structure of the 
element. 
[0285] 

Next, the organic layer for the organic EL element, 
cathode and protective layer were formed in the same manner 
as in EXAMPLE 1, to prepare the simple matrix type organic EL 

display. Its picture element was 330 by llO^im in size, and 
number of the picture element was 320 by 240 by RGB dot. 
[0286] 

When operated in line sequence, it emitted colored light 
having CIE chromaticity levels similar to those observed in 
EXAMPLE 4. 
[0287] 
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<EXAMPLE 6> 

The display was prepared in the same manner as in EXAMPLE 
4, except that a black matrix was provided between the aligned 
color filters. When operated in a similar manner, it emitted 
sharper light in comparison with EXAMPLE 4. The black matrix 
was of a common pigment-dispersed type. 
[0288] 
<EXAMPLE 7> 

The display was prepared in the same manner as in EXAMPLE 
4, except that an overcoat layer of acrylic resin and 
approximately 60nm thick Si0 2 layer as the protective film were 
provided in this order. When operated in a similar manner, 
it produced the results similar to those observed in EXAMPLE 
4. It was also found that the element had improved durability. 
[0289] 

[ADVANTAGE OF THE INVENTION] 

The present invention efficiently emits light of blue 
color. It is applicable to the multi-color emission, 
including blue color, and gives the organic EL element of high 
luminance and long service life. Moreover, the organic EL 
element is applicable, with its excellent characteristics, to 
the organic display emitting multi-colors, when combined with 
a color filter. 

[BRIEF DESCRIPTION OF THE DRAWINGS] 

[Figure 1] outlines the cross-section of the organic EL 
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element prepared in EXAMPLES . 

[Figure 2] shows the spectral patterns of the light 
emitted from the organic EL element prepared in EXAMPLES • 
[DESCRIOPTION OF THE REFERENCE NUMERALS AND SIGNS] 

1 Substrate 

2 Anode 

3 Hole injecting layer 

4 Hole transferring layer 

5 First emitting layer 

6 Second emitting layer 

7 Electron transferring layer 

8 Electron injecting layer 

9 Lower layer of cathode 

10 Upper layer of cathode 

[Figure 2] 

Strength (arbitrary unit) 
Wavelength (nm) 
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[0 19 1] <ig>*^i:^utfv^noglS 
fl-KK. 7;U#'J£H (L I . Na, K. Rb, Cs 

s«Mic^7y<tu?"?j* a i f) , mt y )TV>x 

(L i C 1) , *fc'J^?J» :L iBr; , Hfrfc'J? 
W (Li I) , 7yffc?-HJ?A (NaF) , tttftiT" 
h U \J U (N* a C I ) , JlifrrMJ^A (NaBr) , 
H^txHJ^A (Na I; . 7yfc sfv^A (Rb 
F) . aWkJU/fcfv'JA (RbCi), ^JVdiVOl* 
(RbBr) , 37Wc>7^ vRb I) , 7-;ftt 
(C s F) . ig^-Z>'^A (CsCD , Hftl-C 
(CsBr) , 27f'^^A :C s I ) OAS 

yxt**, r^u^a cl i oo) , aftth^ 



[0 19 2] Z.'^'JtlWAny/ftli, »{fc«|*7 
Ji<hL, SS;ctt*M»0)/jNSm5flB. L i, 

Na, K. Mg, A:, Ag. In, *5ir>tt, Ztlb 

fitt#Ha> H C > 3<S? £ L < , » II 7 ^ 7 7 XttffiT 
&SZ>:o^?£L,u. ISWB'S'irS^l 0-10 0 0 
nm^S > 1" « I £ k 1/ ^. TJBSfflu fcflfj5£T<Z)T 

[0 19 3] »S*m£LT7;ki7U*«<7)Any>fl: 

»*J8ftX h^i^i^-^tvT 1 ^! 
JfcCifc^SnaT, iOBja^tt^SAtti:^-^ 
ftAtt#B3RSft£. Sc*<75MgAg©J:5A:tt«-7li 

[0194] 7;^'J6«^Any>fl:* 1 »{t**S 
£ 4 o 1 -fttisl om^a A^isi4 

<t^m^-)^x^r^t^^x hunt LT^ 

[0195] ±fz> mm^mr^^mizL imn&m 
-»• i* — ^ • — + ^ . . 

[0 19 6] «SJBfiicCOfti*ICA 1^ 7 7l^ 

[0 19 7] ftis, MJX f8-±/»jy5M 7;U£ 
-^7A (AIQ3J ^*m^A^^L< 'StiSlfiisl 

?a a^3 ^ '^fz ! ,tmmM ',zK-tz*^v9iz£zy 

IE) ^ 0 . 1 -2 OnmmiZ^px.T^Zt^'V^^. 
[0 19 8] <SMS>*ttEL*?S!lf5S3tS*«t» 

\z^(PM% & £ zm c « I £ :<Jf * i/ ^. ^ 

*B<];z;^, i to :ag '<-7l&<±<( 

A) , IZO 'I^— 7l:'^>>7^) , Sn 
O? • Ni, Au, P Pc, S'-m> h £ 7*1* 
# U t: n - >' ri*:,2 S L < . » 

JCITO, IZO^sLi.. ITOft iS^In-] O 
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3 is no>*^iMwTt?To^, mmmt& 

&<Pztlfr*>1Mffi iw. I n 2 O3 IcftT^ 

Sn02 Wg^fil^, l-2 0H*Sg, SSCIiS-l 
2SI%W^^l. S.^. I ZOTftl n 2 O3 Kjtf 

So. IBStfiffcis: l 0 - 5 0 OanMAtTZt 

HKffiEftfft «F * L ^ fe CD £ L 

ti 0-3 0Q/agt;i l OQ/ayT (Htto. 1 
-lOQ/c) i TO^tfen*. 

[0 19 9] 5 s -f X^W^i54**V>f/W 

XiCS^TIi, I T0^5t^*<^^OTA I RSI 

[0200] <m&tt&>mfc&niz&\zmm\ti3i^ 

[0201] A5-7-r;^-«jce. mf^Trfv 
ntfiv*. 

[0 2 0 2] EL*?*^-^«3tS»»3&%!R« 

±r*. 

[0 2 0 3] S.t, 8«<***Blro«i:5?a^SIR*^ 
[0 2 0 4] S^7^H-§}t EL3»t03t£ 

[0 2 0 5] SjtSS-fi, ^«icSi^*?««;MS5 
^ ^n««J: < , EL WcftiR^Vi - 

3HL3i*J ■ 7^ = ->7->^/£i^#j (-tf7*7^nv7- 

• ^7*d< 5 s-*fk*« • «p#aiettoK 
3£*m*a^;££<, 7t s»j 7*77^- -bum* 



[0 2os: <^7-7>-;i/^-e^^^^ ! e^is> 

2s:S e J"?{». fj2^^EL^ : ? 1 >^^-7><;U^- < c 

SEE L7V Ts'fv* (M^si: *«* 
[0 2 0 9] ^SaEB!C»aw*ttEL«?«M 

©rami;:. a^^wttEL*?**^*!, '> 
£ < c *>— ^arai*29!ra"?s§ z cwsl^ 

MHuwisne. 

[0210: *fiM£i£swfc^^ff-ra 
[0 2 11] ±IEcoS§{s:, ir-y^> hMc^g^^ 

[0212: h^f*y y^xawaswi, SHC 
ao3**T«£-3«::. -»a«»<oraa«E5»j 
c ns: xYTh u «y ^x^ma^ , z <Dtc.mm<n 

Jf ^'^v io 777^MJ 7^X{Ci0^7-7^;i/^ 
^il n3t *iw ifcf « 1 c f , Ztiiz£*)&*& 

ftn%mfez&^^zzty-?tZo 

[0 2 14] ±£*>*Ka«Bt % g^x K^^7^m 
»JK'^^acftW«)«d«»jslESn«clJ:S^<, s 

[0215] j»j Ali K -;S?h U - ^7 XSS^iR^^ 
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-7^*HBoa!K««»J%ffii::. ^IXtelco® 
0¥Stt *fp]± $ fc .£ [- . ;n»K*# IK 5 

u-Mf SrlfctfS. I^-a'--- h»tt;&7-7w 

■±caw«a*»i«rs. awwiatstwt 

- hJi t taM izfdi/T y ->^- ->H>Bi ltsbj^ 

[0 2 16] /t^-n>yLt2M*aW«*trffiC 
1 0 run- 1 0 0 -m mnmWltfflllt&m-j* aSflWSB 

li, Sio 2 , s i N x §o*aft#«K^(^, tfu-fs 
CO 2 l 7] sec. i<0*e\ *a»Dlo*5iwi. ffili 

0 LT\ *^t^T£?7:£*>S<5 (fir§Bffi 9 - 3 3 0 7 
9 2W . 

[0 2 18] c<0«, Wa^arttELJR^OJBtJft 

[0 2 19] <#5-7*;U*-43«fc:X77*y^TMJ 
<y^X> 

1 ) ^5-7^;u^- 

^ej(-^^eno^7-7>r;p^-cLT^ 01* 
a, TE ft**/K*r>$M«&+K: 

[0 2 2 0] #ft (RJ. ft* r^'JU/SMWSk I'-* 
■ft. 7 *WJK>*i», 7>h^^y 

«k -f y-f>K«j y ma* 

[0 2 2 1 J j»fi (G) ft* : /\cr>^75 7 o> 
[0 2 2 2] *ft (B) 5*:«7*nx7=>*a 



[0 2 2 3 ] -77, /W>$MB»tt. (*J£Dt 
5 0 3fi£Lt} S'^v:. flAK, 3piJ;*y;M* 

^'JU-h, #'J7*UU-K tRUA-sR^-K # 

anttiB c»^) *«w?s*i-s. 

[0 2 2 4] &4b\ ;i7-7*;W*-*¥lfMfc»«lK 

r^SrffTSjeWbS! !✓ > X htt»*f*tf 6*1-6. £ 
-f>* (*5?*i>) S««*iS. flAtf. tf'J*ffct;= 

.*7S>«K, 7-y-;Hffli* 7;u*k» 

#'Jb-;u7;urF-;u, #y k-;ukng k>> tKo 
[0 2 2 5 ] *7-7<r;i^-^£Cg*ri>6ft5S& 

s^if^^^A-7^u>y$Tfii$n 4 ft 

^i/^>^'-»b^^^H ^7tft^i±ES 

l, 7*huyy^7w-STafa<z)*7-7-f;u^- 

[0 2 2 6] ^^-coMifchSg 
${~. TIEc-r^rir^Jf^Lli. R:MiP0. 5-2 
0 sim (m&ms 0XSt±. '6 l Onm) , G : BJP 
0. 5-2 0-m (aa«5 0Xa±/5 4 5 nm) . 
BiKJSO. 2-2 0jam (aa»5 0X£U: # / 4 6 0 
nm) 

[0 2 2 7] ^::^7-7^^-^c:/H 

-7^ ;u*-»scft*^5 - 5 0H!%^=*13. 

[0 2 2 8 ] \\)7~?v!?^hi)v!77s 

***if«zi.^-?*^. £M£i:teflKfl:*»8i0> 
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tt. Jt^fia 3 . 06U: (Mil 1 0 - 3 0 Qim (10 0 
-3 0 0 OA) ) 0*>S>*<JfF*U-i, 
[0 2 2 9] ilfiSJROJWiflcLTS. *-#>7* 

* 3>-7 -f ;^-tB 'J J: -5 K:±E£**A-f >^-«t 
IS* «c»BS;fcta#tt $ ft*a*tt*0 t> OtW * d 

CO 2 3 0] ^SilteEKftftSKBttt. X/1y*U 
[0 2 3 1] *fifi»*^^fc«*ii. i?-7-fW 

[0232] <&■■ caw^aK^a^sc^^r- 

{C^O< ^c. ^gltoSStS^ Otc, ft) K^O 

[0233] ftftwcis. jtaMka#B45i^'Sfcta 

IS, 7H>8«B, #'J75 K*BOt/?-, *U 

*IS*»tf-5::<fca<T£*. rJ5-7*;U*-£±:Hr 
[0 2 3 4] ftOJftt. ±ES»4, 

[0235] gsiossii. «»A:rig^<!:»«* 

Xlx-S^COT, WKSJISKS:^, S<^rjTf5 
<fc, 3t0aig*f::®S*2fc(zTco-C\ fi* 1 ^m-aun 

[0236] <aw^-««ie^ai«fi»»>*H 



-7-r;w--ta *: iifiaji i;:'ftlt^:>i:^^T 
Ktclc^tc. ~aaslWo«Me*tt 

[0 2 3 7] Kfl^-f* (S i 

oo ) , ^{L7;i^-?a (a 1 2O3) . mtT-^y 

(TiOo) . »fc-f ? MJ7Z> :Y90o) , mk/f)V 
•717A (GeOo ) . SfLH^ (ZnO) . WL<t^if 
(MgO) > KftA;U>'?^ (CaO) , £7 
R (B9O3) . Ift^hG/Wi (S rO) , &{fc/N* 
(BaO) , (PbO) , >)V*-7 (Z 

rO?) . gfcrh'J7A CNaoO) , »kU?9A 
(L I2O) > KffcTJ'J^ VK2O) *£«6tf5:i<bi* 

*<7)Ji (JR) aa?Ii*:ffi*<. -?tf>j5jc»SJM*I£ 
^5<](SS ( 2 5 OtEi?) ^7-7^H^: 

[0 2 3 8] fct. aaj-,o^^ilfefig^^Mch 

^> 73 9 ~ 7 ^ ^ I^^HM ± {rlc 0 Afrits £ 

ttOffiS (1 5 Ot:^") »ftSreilET*0, ^7-7 

[0 2 3 9] ^7XS^Ki: : .-:;t gl^lt$2 
S i 3X4) i«*SftTi-»T%il:. 

[0240] ^f^nmt^m^m^m^m^ 

mt^ffi. 2k^"?;t, 0.0 1 _m£Lt2 OO^rn 
S<t7.v5-7A, ^il^:'i-<7>^^^^^p 

a^s c7:± s * s o < - => -jj ;z5xM L 7 
X^Jt. S^^X^S, !4^±, l-rr.^±2 0 0 ^ 
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137s ^jgKrT^ Z. tfimm £ & 0 , R»#t;*<3:3 



CO 2 4 1 ] 

[II] 



1) R 2 0-R' O-SiO 



• N a ?0-CaO/M g 0 - S i C 2 
- Na 2 0/K 2 0-Ca0/Zn0-S i 0 2 



2) R 2 0-P bO-S i 0 2 

(SO 7^ V ^) 



s : o 2 



3) R 2 0 — B2O3 — S i Oz . ^ 

• N a 2 D- B?0 3 - S i 0 2 

• K e 0-B ? (J3-S i Oa 



4) R ' 0- B 2 0 3 - S i 0 2 

PbO - BaOj-S i O2 
'2n0-" 



PbO/ZnO - B 2 0 3 - S i Oz 
P b O — B 2 O3 "S i 0? + (7 < 7-) 
ZnO - B 2 3 3 - S i O? 



5) R ' O - A 1 2O3- S i 0 2 

• CaO/MgO-A i 0 2 

(.7 Jh i J 5-<(®t&tf7X) 

• Mg O-A I 2O3- S i O2 

• P 5 O/Z nO-A 1 2 G3- S i 0 2 



6) R 2 0-A 1 2 0 3 -S i 02 

• L i 2 O - A I 2 0 3 - 5 i O2 

• W a 2 O — A 1 2O3- S i 0 2 



') R ' 



O — T 

B a 0 - 



Oz-S i 
T i 0 2 - 



0 2 

S ! C 2 



8> 


R 2 0-Z r Oz-S i O7 

• N a 2 0/L i 2 0-"2 r 0 2 


-Si0 2 


9) 


R ' O — ? 2 0 s - S i O? 
■ C a 0 - P2O3- S i 0 2 




10) 


R' 0 - S i 0 2 

•CaO/Ea0/PI:0-SiO2 


11) 


S i 0 2 




12) 


RzO-R' O-B2G3 „ 
• L 1 2O - 3 e 0 - B 2 0 2 




13) 


R' 0-R 2 # 0 3 -B 2 0 3 

• C a O/B a 0-A ! 2 0 3 - 

• C a O/P b O-L u 2 0 3 - 


B2O3 
B 2 0 3 


14) 


R 2 0- A : 2 0 3 - P 2 0s 
• K 2 0 — A l 2 O3-P20 5 




15) 


R' 0 — A I 2O3- P2O? 

* B a O/t a 0-A i?0 3 - 

• 2 n 0- A 1 2 0a- P?Os 


P2O5 



[0 2 42] 



»2] 
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(8 1» (HiLTl~3qJ^fciLT8+vr) 




S i 02. B 2 0a. GeO?. A s 2 Oi 


2 wj*s 


L i ? 0-S i 0 2 . Na 2 0-S i 0 2 . IQO-S i 0* 

M20-5 1 (b. CaO-SiO* BaO-SiO?. PbO-SiQ> 

Na 2 0-C aO — S I Oj 

A[ 2 0 3 -Si0 2 


3 -TESTIS 


Li 2 0-3 2 03. Na 2 C-B?03. K 2 0-3 2 0a 
MgO-B 2 Oi. CaO-B 2 Oa PbO-feOa 
Wa 2 0-Ca0-Bi0* Zn0-?b0-B 2 O3 
AlzOa-BjOs. SiOs-BaOa 


4 i 'J >ffij£ 

i 


Li 2 0-P 2 03. Na 2 O-P 2 05 
M ff 0~? 2 0s CiO^PsCs. BaO-PjCb 

Al 2 03-P20 5 . SiOa-PsOs. 3r03-P-0s 
V 2 O5-P 2 05. FejQa-PzCa, WOs-PzOa 




L: z O-Ce02. Na?0-GeOz KzG-CeQz 
B7O2-CC02. SiO z -Ce0 2 


6 7>7*^>aas 


Na?0-WOa K^O-V/O^ 




NacO-MoOi KzC— MoOa. L 2 0-Mo0 3 


8 | f-^/lrfiJfi 


NazO-TeO- 


| 9 . 


N. 2 0-Ba03-S i0 2 1 


; 10 T.vi./^YHBg 


Na 2 0-A l 2 0 3 ~S I C 2 . CaO-A ; 2 C 3 -S 1 Oa 




12 T.VS;**rW«!gj Na 2 0-A l ? 0j-B 2 O3-S t 02 


» 7vfl3 | Be F 2 . MaF-BeF? 

| 2 r F<-3aF 2 -ThF<. Gd F 3 -B a F 2 -Z r 




A! (POb) 3- A 1 Fj-NaF-Ca F^ 


IS 1 JT* >< xo**X fcffl J A £ 2 0 - A C I - P 2 C 5 




HgO-A^Cfe-AlN-SiO? 



[0 2 4 3] <watEL^?cosiit^s>*;r, *a« 

[0 244] IftShL ««ft*^/1y^ST»fiET*I. 
[0 2 4 5] «3tli«coS-«S(7)«fi!iE;i:^ ^K4-»K 

ttJM&SAto. 1 &it ca*\ Tt&mt 0 . 0 0 L 

0-3pa£tT<7)gSg£U 5R»Sg;£0. 1 - Iran, 'se 
£0, 9-97si£y b<Dft* - !&&*®?L+:r}TZZ± 



[0 2 4 7] cn5*»<7)»fiE(CJlSJI«ft*^^-5* 

[0243] rcoiii, fsmt^m (^tr>3- 

K 7W 7^, rt7 hip) , 7>^Sa7-7Dyx 

(lb) m^zzs^zzthx^z* feim^fr 

zm.$]?zz£ =f37ja3LE;*, ait, 2-10 

[0 2 5 0] 
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[0 2 5 1] 



[0 2 5 2] 



H3C 



9 o 

O 0 

u . o 



UtS 1] 



HIM34 




AJQg 



[ft 6 2] 



oxo 

66 
6 

Q 




N..V- v(l -±7-?;U-N^- ^7rZM >>>v >(NPB) 



[0 2 5 3] <JOB*l>#5*«K±K. ITOS9I 

CSS) ft^/ty^ffilCT 1 0 Oim^L.^ 
[0 2 5 4] fit, I TOa9W«*5»u;fc;»7X 

TIBftU UV/O3 S£*uS:a, XS3EfISitCQ£4E 



[0 2 5 5] *l^,L\"-y7--iH.y- , c:7 [N- 
7- -;U-N-4- h X ))V (4-7 5 77- ] ^>vv 
> (HIM34) £!K*iSBB). 2mn.'sec T'OnmflWeJCS&S 
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[0 2 5 6 ] S, N. N'.N'-f h?*X-(3-i;7xZJH- 

-f ;w ^ > v v > (fh77 u - > v > >BHttK,N 
o, l-l) ) fcsSHfSSO. 2nm. 'sec -?*QanKDmelZ]gM 

[0 2 5 7] fh77'j-M>yy>8|®* 
' (No. l-l) £10. IO'-ii^[2-'c:7--^-r;H-9 ! 9'-t*7 
>XU;K7n^7> h7-S>»»«Na l-D) ££# 
BUtAU : 3 £f£Z±?\Z* dOT7^-fe>»»«No. 
20)£3. Ovol3!*tr«!:-j«C3 Onin<Dl?SIC*ai*L, 

fifSWHO. 0 5nnt, 'sec. 0. 1 5 ran, 'sec, 0. 0 0 
6nm, / sec£l/t« 

[0 2 5 8 ] fh77'J-M>yy>!^« 
o. hi) £7i-;P7>hf7-t>^«No. l-l) ££#3t 
fcb^l : 3 tfeZ>£?lZ, ^vXf'J^7a>!^ 

(S-9) *3. Ovol*#t?i5C5 OnB«JPSIC*JI 
fU fi'&M^'l'y^-(7DW^3 , e;l£LAc a 
£<DM%MB.l$M\ZO . 0 5nm,'sec* 0. l 5n/se 
c, 0. 0 0 6nm, 'sec£L£. 

CO 2 5 9] *ti?, J&ElfJg££o£Si;. 
7>h7-t>l^»(No. l-l) zm^M&O. 0 5nm,'se 
cT2 OmOmZlzM^^, W^TzMtLfz, S/t. 
MJX (8-^y'J/7 h) 7;U5-^A (AIQ3) 
er^jtgO. 2nni/secT 1 OnmtfDlSc (C^SL, 
i£AJi£l,fc. 

[0 2 6 0] «E6«ofc*S£. Cs I£iS« 

iSSO. 0 5nm, 'sec T, 0. 2nm<2J9c £3K*U C 

©icMgAg «»tfci o : i) zmmm&o. 21m 
,'secT2 q om<nmz',zmm^x?&mtL, &MMt 

uTA 1*10 0nB«»L,*«EL#?*f»fc. 
[0 2 6 1] £0£3;Mr*EL*?tt:, ElfC^^n 

/h$v»*BT»jatanfc»a±ii 1 o £T«/£*n£ig 

[0 2 6 2] dtf^fiTBEL*^*, 1 <Wcm2<0g«jft 
BflraB»l,fc£::3. 9]MVS(S1 1 0 GCd/m2, R 

ft, mmv^umtz. 1 o <&\/c*z<Dfc9smm-ztoM 

«S9 0 0 0cci/cm2, Igfj^JE 9 . 9VT 6 0 0 Ef PelT 
£9, 1 0mA/cai2^S«affii(l^9]aSJIS 1 1 0 Ocd/c 
ffl2. B»«JE6. 0VT5 0 0 0 0B»IB"?*-3fc. 
[0 2 6 3] <H»l2>H^!lcr)^ : ?(r^v^T t 
(xK^7U»;U^>>v>l§®«No. l-l)) flftfcfl 
:i. N, N" -> (l-r7f;H — N, N" -v7x 



ft, 1 0 0aLVca-^SttSSJKftTSJ»!HS9 0 0 0cd/c 
m 2 » ffi9^E 9 . 8V~c\ fflg^MKS 5 0 0 BfflBT* 

l omA/c^zn^tmwj-z^mms. l i o oca/ 

m 2 > IM£o . 5VT. *Ig^Mffl3 5 0 0 OUffllT 
[0 2 6 4] <*Jg«3>SgJB#i]l<o**{^UiT, S 

e«3t;w#s*i. 1 o 0BLVcn2^svsiamTinjaKa 

8 5 0 0 cd/m2, Rft*£E 7 . 8VT, WS^SBffl 5 0 0 
V$K~?$> D . 1 OinA/cin2(75S«3ttaBftT?inKBlWa 9 0 0 
cd/m2, Sgfl^E 6 . OVT, jW£¥SUffl 3 0 0 0 0 

[0 2 6 5 ] 445, 3(T;fBEL*f^ 
X^^7 h)l*:%i2\ZfRT 0 PM*U<0*ttEL*^fiS 

[0 2 6 6] <3MW« 1 >HJg«iJ 1 £H«K:aff *fW 

^Sffl^r, A i Q3 0±KK£MgAg«B»U € 
«£uS:. 

[0 2 6 7] 1 0mA/caj2-^coj«ffi;i 4 0 0cd/m2TRUj 
#JE9. 0V<7)Tu>vS7t£*ofCo JSt***^ 
*USLAc£lc, 9 0«a±a<7-7*-k>R««Na 
20) ^6^^^,t. 

[0 2 6 8] f*ytm&ZW£.^ft£ZZ* 1 0 0 
niA/cm2(7)S#^iSfjTC0.^SJt4 0 0 0cd/m2-?j&g^ 

[0 2 6 9 ] <#%^i 2 >^;t^i i tm^zm^^sL 

Lfz. fzfzl, nitm*: (xh77 , j-;U^>f/> ! >iS 
W*(Na l-l) ) i7z^7> ^?±>immo. l-l) 
^g^ii^X h^6 7x-;U7>h^-t>l^«No. I- 
l)com&*X h£U ^-7^-t>BWM«Xa20) £X^ 
U ;U7^ >i£g«S-9) *'U^(C K-'d>^L/io 

[0 2 7 0] 1 OviA/c^(D^^mW}T<nMmt 900 
cd/m2^^E7. 5V^3j-U>>»t£ftr?fc. »t 
*^y~MU£3IH£L/t£r*K 7 5. 3 6JK±^7*7^-t:> 
?g*ft:(No. 20) ^b^^-^^ofc, 

[0 2 7 1 ] ^7c^^ ^liS : ^ i r 5 , 1 0 0 

BA/cffl2a)3e<3EBillTCQ«a;i9 0 0 0cd/m2T?SiM^ 

[0 2 7 2 ] <Hffifi!4> ^SELf^T'W^ 
^7XM> LT3-z; y^tS^^ 7 0 5 9S«* 

[0 2 7 3 ] :^Mi:-7-7/ -^-^nxT^ 
4^^i!^^^-7^ • /t^-->y 
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0 0 OnmTtt5#Xt! >3-hL, 1 0 OrT3 #7 

2 OBWO*6^3tt3 0#aK»«ClWO. lKS%SK<3 
■ TMAHCtetra methyl ammonium hydride) tKSHSTS 

[0 2 7 4] ZKBf* I TO£/^T£M<73¥iSf£ 

S^TL, BrBfl)/^-->y*fT^ ^J2 2 OtreiB? 

[0 2 7 5] *ft*SaWM«£LT I TOft*/ty 
tfcxm 1 O OmnffiKL, 7* h U V 5^7-f-Tl/5? 

h**«LT I TO/^->$flt. 
[0 2 7 6 ] /^-->^L^ITOJi^^McLT 

^->->^LT, S i O2«g«K«iW0. 1 ftm »C 
[0 2 7 7] jfcfc. 30S«1 cPI*irLT, f»ELf 

fc. iimMX:~ 2nnnx 2 mm-?, mm&ltZr* lKyh 
[0 2 7 8 ] £*L* 1 0 OaiA/cinZ-CSflSSKKlLT^e 

[0 2 7 9] 

mm cd/nr 2 CIE x/y 

Sfi 5 2 6 0 0.3 2X0. 3 4 

9 3 4 0.6 2/0. 3 4 

Sfi 2 9 0 0 0.3 1/0. 5 0 

Wfe 744 0.12/0.14 

[0 2 8 0] <%m\h> [M«ThUy?«fflE 
LA 5— r-r X7^*r*)fMl3 

^'-CSSLT, A 1 *£j i. 5 ©flOWCX/^y 
A 1 £T i Na5Si«*.SKLft. A : >T i N'^K 
Sai»ftJI^J5£Sn«^^ji:$n, A 1 tT i NO 

ens. lg-smw* 7* h u v -r? 7 



[0 2 3 L] ,i 7-7 ^ hgliS 

[0 2 3 2], r^bSBMtlcLTW I TO/^- 
>^HSE^!4 cBll*t^ft«ZT»JSL/fc. :nt I TO 

[0 2 8 3] n9-->>r^1z I TOJiKUHWdiLT 

x^sim^e^AsiRTWu^tis i o 2*** 

^-->y^T, S ; O2*»IBt4M0. 1 jan m\Z» 

*TBE L*a<5P<;S0. «3t'J-^W5H<i:ft»5^TVi 
[0 2 3 4] &«C. #'J*f a K<Z)«S£ I 5»»56llM 
L. 1 4 S^Tl^^U^-^u, *raig^x^~ 

X# 3 3 0 ^xii0^ T, Mf^Sc 3 2 0 x 2 4 0 
XRGB r=y h©»SE^h'J *y ?XlA7-f ^X^l/ 

[0 2 8 6] I n^SSfll^ggSl HM#J4£ 
W«£C I E«T;t?-«fcWlS*l£, 

[0 2 3 7] <m^\ 6 >jgffi«4 Ci5l>T. ftH^fc 
**?=-3TrJ7-7^ W—Mttyy i77HJ -y^X 
*I5§t-Si^(^^;-LTxv^7 , U^$^L^. 
i^^inL^i-c, HSE^i4iCit^, ^0 ->r— 7" 

[0 2 3 5] <JOE*7>S«i«4C45^-C, 79*J)V 

50 / X- u - h .1 *K ItT^ 6, ^ co± (I * 5 
S ! 02.^*^3 6 Onin.SJc^lSM^Stt^^Oc"?"^^ 

.^ilc, *3E*J4i=iaoiB*^f ^.^^ 
[0 2 3 9: 
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[0 2] lJSfl*rotgE LIS^©^^? h^SS 
1"7'77T2 ; s. 
[ff^Wi&BJ] 

1 are 

[B 1] 



10 




2 na 

3 *-;U£A^ 

5 Ig-ro^M 

6 x=.<os&tm 

7 n?&mm 

8 ^-SLaS 

1 0 ^a±© 




SfiCnrO 



(oi) int. ci. < mmtm 

H 0 5 B 33/22 
33/26 

(72)*W# SB ««J 



F I . f-?3-K (##) 

H 0 5 B 33/22 C 
33/26 Z 

(72)?ESB# gfj 

m^fR= 3 ^Sei£jg-TlI3# 1^ x-r 



